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40 ^>-i<y*^^T^+^>ft^te. R*'AV<>s>;k 
■R'-^^ik R'^-C ( = 0) C (CH,) =C 

3. n' feJr^T tf*fren3£*:f*5. x^3. 5 
JSfc^l 0r'^^jKMVP^>-^»J^+>>7^+u 
Wb^te, R J '^7^^. R' '^M, R'^-C 
( = 0) C (CH.) =CH„ RWXzfM^ R'&j* 

m' ^2*feli3. n' fcjr^r ^-en-eti3 

*fc<*5, x^'3, 5^^:4*1 0r^^*^^D^1f> 
-^•J*+S/7^*U>fb^ R'**w>V;k R*' 
50 R*#-C < = 0) C <CH.) =CH,» R* 
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J:tf T ****t*n3*fttS5, x#3, 5**ttl0 
R''*br**. R'#-C ( = 0) C (CH,) =C 

r #3 k x^5T?^^9vD+-y->ft^fe^jt^u 

[0 06 1] fb^ir^3ft&tf yM3*^Wb£to 

r^*u>jt^>^e«. ia^«vi oogfiStesm 
[0062] fb^ i r-^sft* * y waited* 

^Stt&tf y^o*1f>-tf y**^7^*U>fb^ 

[ 0 0 6 3 ] 3c*c# y x^ u > ? y n -;l««*ic^ 

^3 : 
[0064] 
[ft2l] 

H,C«^(R0C( = O}(OCH 1 CHi),0ft'' 

[0 06 5] 5fc+ % R' tt*^P2fcti 

CH,t?*9, R'tttdRH?. -C ( = 0) CH = C 
H,*fctt-C ( = 0> C (CHj) "CH*?**), z 
l*l«»2 0ra«. C0£9&#yx?U>y!l:i~jU 

£*yu-K #ux*b>yy 

k #yx?u>?y=i-**,/jt*^y u-hfcjrtf 

,* y x* u > ^ ij n - n,* s r p y b - * # £#tw& 

iTi^ricfc^o 4j«c#yx^u>yy3^5?y* 
$yu-k # yx*u>yy *iju~ 



(8) 4H820O2-15 1 150 

14 

[0066] mm f Jifb>^3 - ASWH*©£S 
<DS5@ti, *ai£ttlOOW£S*S«±orO. 4-5 
0»a»HMU*. CCCdflfttO. 4SSJ8*Sto 

^u>yya-*aH^M^«B«*Wt-*i©ccj: 

**9t,~v osmwim i o o ess^s 
yx?u>jnj?i-ji>«,/ji* * y u- KD^s&fflj£ 

[0067] Xti:«Mioy^<»Ak«dirr&lHM[ 
jsk^ti&pit** y**A*±bTB % iitttty 

**>A (L i CIO,) , Q7?ffc*9Xy?0A (L 

i b F# > . /t7?fty>y^ i »A <l i pf*) . *7 

?ftK«lf>A (L 1 A s Ft > * 57 ?fty£>* 
Ji*fr>Ry*$A <L iCFiSOi) &J:ffy?9Afcr 
20 ^h';7**p^*>^#iArs K (L iH <CF 

i3&s»*bt-. #«»*l/<«t Li PF.-C**. 4» 

[0068] WIKWiiL-Ctt, 7CfU>^- 

^x^;^-^-h. i>x^;U*-4<^-h. 
jUU>^iK^-h, hyyyA, T^h^^yAiJi:^ 
r - ^ 0 ^ ^ h 6fic ^» J: *; MiR 3 n*-«±T? 

h (EC) . Stt (DMO) % 

pf^^-^-h <dec) t?*>d. cn^^^tsfer 

[0069] cmwi)?$j*to%£t*Gm§m& 
watt, atttti ooss^am^br5o-9 7s 
aircA&c^tfvxt^ *o t y^CA^©gws 

». WISS«1 LtC»OX0.5-3fflO 
40 *B*U* # CCTWBS»teJ:Dfy^-5A*CE)S&» 

[0070] z*K*mn<omM%. xF+wbhu 

^^o-;^7•p^>^^;r^»;^-h (ethoxylated tr 
nKthylol propane tnacrylate) ZStfC i^ftf ^ L 

Sit^«i^^c^^nr^o xhtMfchyy^D 
50 <. CCC5Baa«raiti«dK:ttaifcc[>ttftAHKT 
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[0071] aJb**<fcft$* i r-*<*n&* ^a* 

Sim fcjrtf. »; Afi*S^*W1»8*«B# 

[0 07 2] $e>tcWim&i&to\t, tr^/v*;^ £ 
Wk<> 4 /^. MBffcrfc*;k msi\tvOu<<& % 

[0073] *M0«0?yjMSKBI* % ±ji<Z>/S£ 
*at?ffl««l?!KffcT^CitcJ:->'CSSS$n^* &fk 
I*. l»ir<aitt# t S^tr-AKJ:*^. 2fc 

[0074] M£«*«cMisnfc*--:7> 
~#iooT£^?&££am**&<> 

[0075] S-Ftf- Ate &Ftr-A£ia 

<. ^i^3 0«*sto«^ fi^^+s^^n 

[0076] UVKJ:6m£li, UV^ffl^jiC^© 
«HKBW&CtK:i:-?'C«c3n&. t*UVtf>£gt;J:- 
«tfJKtt2 50-3 65nnn:'fe^CidMff*L<, C 

[0077] **. ±ift Lfc»lttl«:«^'C*»*^U 



<9> tt§12002-15 1 150 

16 

fcS«sfi>«BAt»*r& cn^mst*. gas 
^n^*M^p+i^>ik^fe^fed:{ti^2'e^$n 

h *s*r*. c^s^tt^, #weifct> risers- 

[0078]:^ *m®8fr¥-y*&MSi:mi*>tc 

I*. *V-K. 5V-F. fcj:^ MBrty-F«iS 
7>>- F±©BK;fr^*%/f U-**d*Mll£* 

20 [0079] tr*v~t*MtTs--ftuxm»& 

I'-CHM***. fcy-Ffctt, -HRWfclttLiCoO 

[0 08 0] $6«ccn^gftgfflBiittn±, 1$ 

AtfLiCoO*) 10 0Rflft*£il£t/'tl^2 0 

[0 08 1] g£$±</C&, tr^«j^>7jU^^^ K 

Pa#y-7-). #Mt'-'Jr>-7^^^ F. #MT 
40 ^>Jp^FiM. *y-rf^^^^ijn,u-hi/cl*e 

*^^F^^-l5W(Cftf^Lc^ *S^SI«>dS[i. mSffi 

tier i o o nm^mt lx 2 - 3 ossa??** c 
[0082] mt ux&. -tmtc x ) *v A«iifetcft 

50 [0083]^«U-«tt. att»»K*jC*Tffli^n 
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[0084] C©Jr^fr*V-F, 7,>- FfcJctf-feK 

[ o o a s ] y * * AfB*o«a*tt«: 

CCgtife3~? #tt.tfF»*-:7U- 

F£ cfc rag»fflrttt*8l^tt:i»*±iRc ri - ^ 

»7-f 9-7 (^#>ttU) ££<Z>*»jA*U 

[0086] X£*64lfc*v- KMK&T </- F3 

S*R*JtCJ:^X«rtLr'Ct (01) . *fct*. JUis 
MH&tcm&LXbJkl* <B2) • C4)J:9cct/Cl*fc 30 

[ o o 8 7 ] *mv&9H L y*'i5KE : £mm 

[0088] tb<Dti&± LT, r/- FSStWfctt* 

y-F«8R«>£fc 4&tttcnsn*©*ffl 
?*A€fe&fi&c 

[008 9] *^Qy*-3rA«to*. 



4MI2002-15 1 150 

[0090] 

[009 1] <8^y*WW* J:tf *n«BWc 'J 

**ASjtof«fc> 

r*h>6 0 0mltci< , Jf^ , ;7 r l'?JU^7^ Kl 5 
g&tt&lifc, COg^KL i C o 0, 4 7 0 sr 

[0092] mtttv-tmmmm*. 320 nm 

CM r +?^**r&F»*-:/U~F£mi't:*g 1 
4 7 Mm, H4. 9 cmC07JU^^^A?f||_b^3-r 

[0093]-;** r-bh>600fiil{C*yf^yr 

*>7W><-4 4 9 e£S^0BU $±&i&fiU 5 
[0 09 4]HSer>'-Fa«iSariHS«r, 420nm 

7 *«rr * f * * f s s 1 
•sautr, mttr^-FSffliE^fpsiLfco 

[0095] «B*v- FIM£IIB7/^ F«ME 
£0Hfc, if 5. 25cm. l?318mnWJ^U 

[0 09 6]-*, ffcSsUKfc^-CR*. R'teAtfR 

R'#-C ( = 0> C (CH.) =CH 2 , 
m. flWfflWWWU VP*-^>fk^l80. 2 
jr. #yx^i/>yy3-^-rf^^'J;UU-M. 8 

5?. xHrMkhij^n-A^oi- «r>y u 
-h0. 5er. rvtrA^v^d^hy^o. 1 er % 

sK*-l- (DMC)/Vy (DEC) 
= 3:3:1 <f*#ft) *C^0 L i PF*£lM£ttfl 

*&• 

[0097] ^feg<2 

r-feh^COOmltii^'J^yrV^^*^^ Kl 5 
ff*aaDOr5K-A^A-C2ttHiB^L, jftKS^ ft 
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>i — P (MMMtfcS) ISvZmiLtc^ Cti&b 

[0098] itenfcAv-ratmuMifc 320 

^3 147iim. H4. 9cm<D7^£^$<M¥l2Lbc 
*-?<t>?L. ^br#ft*y-F^6£*ft34l, 

[0099] -£<5W£, idlfllliHIl/^MVP^Xk 
3-taO. 2er. ^»Jx^u>^3-^^ij^L/ 10 
— M. 8e. ^Ux^i/>^>j3-^/y3r^y^ 
u-K>- 5 sr. xh+Mth»^^n-jl,7nA>h 
■J7*UU- hO. 5 sr. ^>y"7^>0. la, 
cfctf. EC : DMC : DEC=3 : 3 : 1 <#gifc> V 
&9 L i P F*£ 1 Mr-dtf«KjMI3 0 z «t#0 

x. &ttyfi>m&nmttztc&<m}mz3imu 
tc cQtmfaziMX'm&btcfiv-rmk&tcb-!? 
z-y-is-Y-zm^x^+ZToybtc^ 3S5n 

.WS»**rtS *fc* y - F€S*ff fc. 20 

[oiooi-*, r-feh>600mitc^>;^>;^ 
St,, ftjgsit. ibMii«fffe # cosh&hc**/*- 

[0101] i?ler/- KiStMimi«4 2 0 fimO) 
*+*7*Wr&r**--zri'~}rZtmLrX. M21 . 
7 8nm, 165. lcffi^i±K^f^>yu 

[0102] s^^s&m^^sftfc waa y - 30 

KSeSiHar/-F«SfiiOXBtC % Ifi5. 25c 
m. S3 1 8#im4><1* l Jx?u>feMi,~* (WHlt^ 

^W-?t:«fiait#«:ffS!!Ofeo C<z>@Sfe±f**'t 
[0 103] Hlfcg*3 

efi&ORfcD ✓ - FUHEfC* + Xf * > 

2*mmit$listc. AO 
[oio4] mm a ' 

fee £*i&^-c&*tfe«2 &Hoisrtfrc'j 

ffSlt/fco 

[QIOSI OWS - 

T^h>6 0 0m 1 1C1M\£S.*)TI>?A,*?4 Fl 5 

ff*^mur^-ju^^'2^^b, « 

£$J££fco CCDiS^r&KL i Co0 2 47 0*4*- 
H--P (MMMttK) 15r£*ittlU 5««g£ 50 



4tH2002-15 1 150 
20 

ux. *v~vmmma#*M&i,it. 

[0 10 6] fflia^V-K»fegffl«*i*3 2 0mn<?> 
******** F**-*u-F*«lU , C. J9S1 
4 7 urn, 164. 9cm©7JU^^^i^Jg±(cn-r 
fcSl/c, 4tt*y~F«&K*ffNbfc. 

[0107]-*, T-teloeOOm lfC#U^M5F 

(MCF) 44 9er£^$Kl zt* 
[0 10 8] m&Ts~\Fmmwm*4 2(>fim<!> 

4 r +^^&wr*F^*-^u-F*««ur. jisi 

7 8 Min, H5. 1 cm0SKHRJ:&:a-~7- *>yu 
&£Lt:, I*tt7y- FSfflg*fi3Jbfc 0 
[0 10 9] MK*y-FSttfi±OT3T./-F*fflR 
<t<Dffl(C^c* 1 8unu H5. 2 5ci»WM^u> 

**-*~toj5*x&*K<>xm&±tefmbk. 

[0 110] -# % ffcf«2K:*t*TR«\ R J *fcJ:tf 
R,**?*, R'tf-C <=0) C (CH.) = CH t , 
R'riMOMt?-, nf . n' feJccfl* **3. xrt*5© 

sr. #4x*l'>y4a-JI'S'je*»!>JlrU-~h 1. 8 

F0. 0 5 sr. 7vtr^^mD^h l J^0. 0 1 
Sf. fcJrtf, EC:DMC;DEC=3:3 : 1 (ftlff 
*t> T»0L i PFt*lMrSt?WtKai3 0ff€:a 

Slfco C<Mfi«*»3ff£. MkAl'CftMvt:^^ 
siWcaAu. cn«:«tuc 0 tt*4&«8 0 
ireaauc*-^>r4Waa«iT*ciK:j:9y^ 

[o 1 1 1 ] gtegg 

T-fe h>6 0 0m I WJ^'Jf>7^7^ Fl 5 

^^lifeo C«>S^WcLiCoO t 4 7 0^<tX- 
/i--P (MMMttll) I5jri€:ffittu 5»r^^ 

o-c. /jy-Fa««*«o*aWLfc. 

[0112] RSES^y- FSfivSlifiEO^. 3 2 0 ii m 
^> y y'zmrz r t> 2 F ^T^S 1 
4 7^x111, *B4. 9cinO?7^^^^A^t|S_bK3-^ 
-f>^U *l4*y-FSB«^ffa!bft:o 

[0 113] *ftpJ5ira-«c*y^P^> 
-#tf**vr**uwbsil!0- 2 sr, #>;x^u> 
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!/?*,/>0. 0 1 sr, fccfctf, EC: DMC: DEC 
= 3:3:1 <f*fRtk> tAOLi PF**lMr^t? 

^* >^fc?g. &£3 6 5nin<WV£i. 5MUI 
[0 1 14] -* % r-feh>600micc*y t^y^ 

sJOSW*- <MCF) 449 »iS/*Oil 

fc. 

[0 1 1 5] fiSBr^-KJSfcRfflStt*, 4 2 0iiin 

17 Bum, 4s5. 1 cmc^gjat^^-r f >^ 

[0 I 1 6] A^yjUfSMWW^Sn/c^v-- K« 
«fi±T-/-KS6fi±©IWc % <I5. 2 5 cm. If 2 

io i i 7]*^m 

■Irfe. 

to 1 1 e ] »ttwa 

»WA«BtW*&^tt**v-K« 30 

ft»c»rti*liBl6iBiJ;*a'cy^'>A«fesfe(Wir 
fe. 

[01 lSl ttBW 

fc>0£, 1M L i PF,fccfctfEC/DMC/DEC 
*f*Sft3 : 3 : 4 rdttfid^A <*»*««> * 

[0120] <^feo^ei?ffi> AO 

«». i&mfcS <B5-C) RtQgWCR E 

#4 Ok* f/cin'Tr^^^fttcjrD. {t&ftfc 

[0121] *mttsm&* 1 -s*<kmv& 

ilt 50 



02) #§§2002-15 1 150 

22 

[0 122]£ii£S*li. 0. 2COftikT'3ttfl%flB 

[0123] fe'SKIMi. 0. 2C0«irc3*n%ft 

10 124] a«g$fcti. «fe*4Ok?f/cm'0 
ff*?10f^frjE^fc8. JKftHiMrS^fc, 
[0 125] ggajg 

H3tt. ^rtlfcJrcrJt^H^'^^^ft©. 

swR:fc^rt>«ife«>fi«iss<?>i i o^ge??* 

[0 126] Ob**), *Si«l-8©y*OA*5* 
[0127] 

*-y->fk£fe* fctttf y >u*tf> y **5/7JHr 

S^ttfcJr^m^fk^Wiccati^i^u:. 
**w«clwi*r*c y 

m*. mKn<D9t&m%&. 

[@ffi<D©^:^] 

[01] -HM8*/<* * £&J8 Isfc !> ? 0 4»<f *>*5 

[02] y ? 0 a 4 * ># y 
[03] £Sfift 1 fc J:tf ttS&to y 9 0 J*WkV#* 

io. 21 *m®±i& 

1 1 ttv- K 

12 

13 -feitb-^ 

14. 2 2 

15. 23 *y-K*^ 
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H0 1M 2/16 HOIM 2/16 P 

*/W 6/1S E 
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F£-A<#£) 4J027 AAM AC03 AF05 CA12 
C810 CCO? OC03 CCDS CCD6 
CDOO 

5G301 CA30 CDOl CEIO 
5HQ21 AW COM EEW 
5H024 MOO MO? BB11 CC04 002 
0C13 0009 EE09 FF14 FF15 
FF18 FF19 FF23 FF36 HH01 
5H029 A TOO AJ15 AK03 AL06 AL07 
AMOO AMO? AM03 AMQ5 AM07 
AM16 BJ03 BJ14 BJ15 CJ11 
EJ12 EJ14 HKT1 
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♦NOTICES* 

Japan Patent Office is not responsible for any 
damages caused by the use of this translation. 

1 . This document has been translated by computer.So the translation may not reflect the original 
precisely. 

2. **** shows the word which can not be translated. 
3 .In the drawings, any words are not translated. 

CLAIMS 



[Claim(s)] 

[Claim 1] : Chemical formula 1 [Formula 1] 




I^-O-CCft)*— { — S±-o-J — Si — (C^j-O-R 4 



The inside of [formula, and Rl . [Formula 2] 

ii i ^ i 
-c— c=c^ 10 -c=c' 



R 12 



It is the alkyl in which it appears, and exists, R2 and R3 are chosen as from the group which consists 
of the alkyl and phenyl which may have independently branching of carbon numbers 1-5, 
respectively, a benzyl, and an allyl compound, and R4 may have branching of an allyl compound and 
carbon numbers 1-5. [Formula 3] 



9. ?" * 15 R " =18 

II I x'K I ^R 

-c— c=c^ 1fi is£V -c=cC 



a shell - it is one chosen from a group, R8-R1 9 are the alkyls which may have independently 
branching of a hydrogen atom or carbon numbers 1-5, respectively, m is 1-5, n is 1-20, and 1 is 1-20] 
Polysiloxane compound [ which^is come out of and shown ], or chemical formula 2 [Formula 4] 



R 5 -0-(CH2) m 7 





It is the alkyl in which R2' and R3' are chosen as from the group which consists of the alkyl and 
phenyl which may have independently branching of carbon numbers 1-5, respectively, a benzyl, and 
an allyl compound among [formula, and R5 and R7 may have independently branching of carbon 
numbers 1-5, respectively. [Formula 5] 



O R .,21 „23 

II • X R ? p24 

-C— C=C^ „ *SJ;tf _i__^ R 

* C_C ^ R 25 
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a shell - it chooses from a group - having - at least one [ however, ] of R5 and the R7 [Formula 61 

O R 20 .,21 «23 

^ R 25 

It comes out, and it is, R6 is the alkyl which may have branching of a hydrogen atom or carbon 
numbers 1-5, and R20-R25 are [ m' is 1-5, ri is 1-20, V is 1-20, x is 1-15, and ] the alkyls which may 
have independently branching of a hydrogen atom or carbon numbers 1-5, respectively.] : The 
polysiloxane-polyoxyalkylene compound come out of and shown, and chemical formula 3 [Formula 
7] 

H a C=C(E')C( = 0)(OCH s CH 2 ) Jl OR- 

[-- R' is a hydrogen atom or CH3 among a formula, R" is a hydrogen atom, -C(=0) CH=CH2, or -C 
(=0) C(CH3) =CH2, and z is 1-20] The macromolecule gel electrolyte which is made to harden the 
constituent which comes out and contains the polyethylene-glycol derivative shown and the organic 
solvent containing lithium salt, and is characterized by the bird clapper. 

[Claim 2] The aforementioned polyethylene-glycol derivative is a macromolecule gel electrolyte 
according to claim 1 characterized by being or more [ it is chosen from the group which consists of 
polyethylene glycol dimethacrylate, polyethylene-glycol diacrylate, polyethylene glycol 
monomethacrylate, and polyethylene-glycol monoacrylate ] one. 

[Claim 3] The macromolecule gel electrolyte according to claim 1 or 2 with which the content of the 
polysiloxane-polyoxyalkylene compound shown with the polysiloxane compound or the 
aforementioned chemical formula 2 shown with the aforementioned chemical formula 1 is 
characterized by being 0. 1 - 10 mass section, and for the content of the polyethylene-glycol derivative 
shown with the aforementioned chemical formula 3 being 0.4 - 50 mass section, and the content of 
the organic solvent containing lithium salt being 50 - 97 mass section on the basis of the constituent 
100 mass section. 

[Claim 4] The aforementioned constituent is a macromolecule gel electrolyte given in any 1 term of 
claims 1-3 characterized by including ethoxylation trimethylolpropane triacrylate further. 
[Claim 5] The macromolecule gel electrolyte according to claim 4 with which the content of the 
aforementioned ethoxylation trimethylolpropane triacrylate is characterized by being 0-5 mass 
section on the basis of the constituent 1 00 mass section. 

[Claim 6] The aforementioned constituent is a macromolecule gel electrolyte given in any 1 term of 
claims 1-5 characterized by including one or more polymerization initiators chosen from a 
benzophenone, a benzoyl peroxide, an acetyl peroxide, a lauroyl peroxide, and the group that consists 
of an azobisisobutyronitril in 0.1 - 5 mass section pan on the basis of the constituent 100 mass 
section. 

[Claim 7] The aforementioned hardening is a macromolecule gel electrolyte given in any 1 term of 
claims 1-6 which is made by thermal polymerization, the polymerization by the electron beam, or the 
polymerization by UV, and is characterized by the bird clapper. 

[Claim 8] The macromolecule gel electrolyte according to claim 7 characterized by polymerization 
temperature being 60-100 degrees C in the aforementioned thermal polymerization. 
[Claim 9] It is a macromolecule gel electrolyte given in any 1 term of claims 1-8 characterized by for 
the aforementioned lithium salt being or more [ it is chosen from the group which consists of LiC104, 
LiBF4, LiPF6, LiAsF6, LiCF3S03, and LiN(CF3S02) 2 ] one, and the aforementioned organic 
solvent being or more [ it is chosen from the group which consists of propylene carbonate, ethylene 
carbonate, dimethyl carbonate, methylethyl carbonate, diethyl carbonate, vinylene carbonate, 
triglyme, tetraglyme, and gamma-butyrolactone ] one. 

[Claim 10] The lithium cell possessing the case having the electrode assembly containing the 
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separator which intervenes between a cathode, an anode, and the aforementioned cathode and the 
aforementioned anode, a macromolecule gel electrolyte given in any 1 term of claims 1-9, and the 
aforementioned electrode assembly and the aforementioned macromolecule gel electrolyte. 
[Claim 1 1] It is the lithium cell according to claim 10 which the aforementioned electrode assembly 
is formed of rolling up, and is characterized by the aforementioned case being a pouch type. 
[Claim 12] The aforementioned separator is a lithium cell according to claim 10 or 1 1 characterized 
by being the sheet which combined a polyethylene sheet, a polypropylene sheet, or these. 



[Translation done.] 
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♦NOTICES * 

Japan Patent Office is not responsible for any 
damages caused by the use of this translation. 

1 .This document has been translated by computer. So the translation may not reflect the original 
precisely. 

2.**** shows the word which can not be translated. 
3 .In the drawings, any words are not translated. 

DETAILED DESCRIPTION 

[Detailed Description of the Invention] ~~~ ~~ ~ ~ ^^^^ 

[0001] 

[The technical field to which invention belongs] this invention relates to the lithium cell which raised 
safety and reliability using the macromolecule gel electrolyte which can maintain a gel more good in 
a detail about the lithium cell which comes to use a macromolecule gel electrolyte and it 
[0002] 

[Description of the Prior Art] Compared with a conventional nickel-cadmium battery and a 
conventional nickel hydrogen atom cell, the energy density and voltage per unit volume are high, the 
weight of a cell is also those half extent, and a lithium cell is characterized by the charge-and- 
discharge cycle-life property being excellent, and not having a bad influence on environment. 
Therefore, the lithium cell attracts the interest as a next-generation highly efficient battery, and the 
contribution to the formation of small lightweight and prolonged use of portable electronic equipment 
is expected. 

[0003] A lithium cell can be divided roughly into the lithium ion battery which uses a liquid 
electrolyte, and the lithium ion polymer battery which uses a polymer-like electrolyte. A lithium ion 
battery seals an electrode assembly in the case of a cylindrical shape or a square shape. However, 
recently, the method of sealing an electrode assembly by the pouch attracts attention instead of using 
such a case. There is an advantage which thin-shape-izing and lightweight-izing of a cell are possible, 
and can also cut down the cost of materials by use of a pouch since a unit mass and the energy density 
per volume can be raised further. 

[0004] Drawing 1 is the decomposition perspective diagram having shown typically an example of 
the lithium ion battery which used the general pouch. The lithium ion battery shown by drawing 1 
consists of the electrode assembly 10 containing a cathode 1 1, an anode 12, and separator 13, and the 
case 14 which wraps and seals this electrode assembly 10. In this case, the electrode assembly 10 is 
formed by rolling round what inserted separator 13 between the cathode 1 1 and the anode 12. 
Furthermore, the cathode tap 15 and anode tap 15' which play the role of the electric path of the 
electrode assembly 1 0 and the exterior are pulled out from a cathode 1 1 and an anode 12, and form an 
electrode terminal 1 6 and 1 6\ 

[0005] Drawing 2 is the decomposition perspective diagram having shown an example of the 
conventional lithium ion polymer battery typically. The lithium ion polymer battery shown by 
drawing 2 consists of the electrode assembly 21 containing a cathode, an anode, and separator, and 
the case 22 which wraps and seals the electrode assembly 21 . in this case an electrode - an ' 
assembly 21 --. having been generated --. current --. the exterior - guiding - a sake - electric - a 
path -- a role - achieving ~ an electrode terminal (or lead wire) - 24 - 24 --. ' - a cathode - and - an 
anode ~ having - having had - a cathode - a tap - 23 - and - an anode — a tap - 23 - 1 - 
connecting - having - **** - these - a case - 22 - outside - predetermined - length - extending 
[0006] After putting in the electrode assemblies 10 or 21 inacase 14 or 22 and pouring in the 
electrolytic solution here, exposing a part of electrode-terminal 1 6, 1 6' or 24, and 24' outside, such a 
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lithium ion battery of drawing 1 and a lithium ion polymer battery of drawing 2 apply heat and a 
pressure, and are manufactured by making it paste up with the heat adhesive property matter, and 
sealing the marginal part of an up case, and the marginal part of a lower case. 
[0007] When the boiling point uses the electrolyte containing a low organic solvent here, the 
phenomenon in which an electrode assembly and a pouch expand occurs and there is a problem that 
the reliability and the safety of a cell falL 

[0008] In order to solve such a problem, the method of stiffening a flat-surface form cell with 
ultraviolet rays (UV) and an electron beam, and making it, or not pouring in the electrolytic solution 
separately, i.e., the method of coating an electrode pipe with gel beforehand etc., is proposed (U.S. 
Pat. No. 5,972,539, U.S. Pat No. 5,279,91 0, U.S. Pat. No. 5,437,942, and U.S.: Pat. No. 5,340,368). 
However, by these methods, it was not able to prevent and ease with the level with which should be 
satisfied of an expansion phenomenon. 
[0009] 

[Problem(s) to be Solved by the Invention] The purpose of this invention is offering the 
macromolecule gel electrolyte which can suppress the expansion phenomenon by the electrolytic 
solution effectively. Moreover, other purposes of this invention are offering the high lithium cell of 
reliability and safety using such a macromolecule gel electrolyte. 
[0010] 

[Means for Solving the Problem] The polyethylene oxide conventionally used in order that this 
invention persons may prepare a gel electrolyte, Instead of the polymer which makes a polypropylene 
oxide a principal chain and has functional groups, such as an acrylic, a vinyl, and an epoxy group 
While excelling in a physical characteristic and an electrochemical property by hardening the 
constituent containing the polysiloxane compound or polysiloxane-polyoxyalkylene compound 
containing a siloxane unit or an oxy-alkylene unit It finds out that the electrolyte which can suppress 
expansion effectively is obtained, and came to complete this invention. 
[001 1] Therefore, this invention is chemical formula 1 : [0012]. 
[Formula 8] 

J —rt—mn- \ — — o — I c -i — -irru \ — n— 




R'-0-{C%) a — H-Si-OH Si— (CBz)-O 



R 3 

[0013] The inside of [formula and Rl are [0014]. 
[Formula 9] 
OR 8 9 n 11 

-C-C=< r10 «* -i=<^ 

[001 5] It is the alkyl in which it appears, and exists, R2 and R3 are chosen as from the group which 
consists of the alkyl and phenyl which may have independently branching of carbon numbers 1-5, 
respectively, a benzyl, and an allyl compound, and R4 may have branching of an allyl compound and 
carbon numbers 1-5, and [0016]. 
[Formula 10] 

-c— c=c. isxxf -c=cC" ,„ 

R R ' 

[0017] a shell — . it is one chosen from a group, R8-R19 are the alkyls which may have independently 
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branching of a hydrogen atom or carbon numbers 1-5, respectively, m is 1-5, n is 1-20, and 1 is 1-20] 
Polysiloxane compound [ which is come out of and shown ], or chemical formula 2: [00181 
[Formula 11] 



R 5 -o— (CEfe) a 7 



*ry si-o-H-si— (c^ ) ,,- o -t-c^-CH-oj-R 7 

\ R 3 ' / n , R 3 ' \ /x 



[001 9] It is the alkyl in which R2* and R3' are chosen as from the group which consists of the alkyl 
and phenyl which may. have independently branching of carbon numbers 1-5, respectively, a benzyl, 
and an allyl compound among [formula, and R5 and R7 may have independently branching of carbon 
numbers 1-5, respectively, and [0020]. 
[Formula 12] 

O R 20 _21 „23 

" • ^ R ? o24 

-c-c= Cv , x±v -i=< R 

^ R 25 

[0021] a shell ~ it chooses from a group - having - at least one [ however, ] of R5 and the R7 - 
[0022] 

[Formula 13] 

O R 20 -21 „23 

-c— c=c i ^R 24 

R ^R25 

[0023] It comes out, and it is, R6 is the alkyl which may have branching of a hydrogen atom or 
carbon numbers 1-5, and R20-R25 are [ m' is 1-5, n' is 1-20, 1* is 1-20, x is 1-1 5, and ] the alkyls 
which may have independently branching of a hydrogen atom or carbon numbers 1-5, respectively.] 
The polysiloxane-polyoxyalkylene compound come out of and shown, and chemical formula 3 : 
[0024] 

[Formula 14] 

H,C=C(R')C( = O)(OCH 2 CH,) 1! 0R- 

[0025] [- R' is a hydrogen atom or CH3 among a formula, R" is a hydrogen atom, -C(=0) CH=CH2, 
or -C(=0) C(CH3) =CH2, and z is 1 -20] It is the macromolecule gel electrolyte which is made to 
harden the constituent which comes out and contains the polyethylene-glycol derivative shown and 
the organic solvent containing lithium salt, and is characterized by the bird clapper. 
[0026] Furthermore, this invention is the aforementioned macromolecule gel electrolyte characterized 
by the aforementioned polyethylene-glycol derivative being or more [ it is chosen from the group 
which consists of polyethylene glycol dimethacrylate, polyethylene-glycol diacrylate, polyethylene 
glycol monomethacrylate, and polyethylene-glycol monoacrylate ] one. 

[0027] The content of the polysiloxane-polyoxyalkylene compound shown with the polysiloxane 
compound or the aforementioned chemical formula 2 in which this invention is furthermore shown 
with the aforementioned chemical formula 1 is the aforementioned macromolecule gel electrolyte 
which the content of the polyethylene-glycol derivative which is 0.1 - 10 mass section and is shown 
with the aforementioned chemical formula 3 is 0.4 - 50 mass section, and is characterized by the 
content of the organic solvent containing lithium salt being 50 - 97 mass section on the basis of the 
constituent 100 mass section. 

[0028] Furthermore, this invention is the aforementioned macromolecule gel electrolyte characterized 
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by the aforementioned constituent containing ethoxylation trimethylolpropane triacrylate further. 
[0029] Furthermore,, it is the aforementioned macromolecule gel electrolyte with which,, as for this 
invention, the content of the aforementioned ethoxylation trimethylolpropane triacrylate is 
characterized by being 0 - 5 mass section on the basis of the constituent 100 mass section. 
[0030] Furthermore, this invention is the aforementioned macromolecule gel electrolyte characterized 
by the aforementioned constituent containing in 0. 1 - 5 mass section pan one or more polymerization 
initiators chosen from a benzophenone, a benzoyl peroxide, an acetyl peroxide, a lauroyl peroxide, 
and the group that consists of an azobisisobutyronitril on the basis of the constituent 1 00 mass 
section. 

[003 1] Furthermore, this invention is the aforementioned macromolecule gel electrolyte which the 
aforementioned hardening is made by thermal polymerization, the polymerization by the electron 
beam, or the polymerization by UV, and is characterized by the bird clapper. 

[0032] Furthermore, this invention is the aforementioned macromolecule gel electrolyte characterized 
by polymerization temperature being 60-1 00 degrees C in the aforementioned thermal 
polymerization. 

[0033] Furthermore, this invention is, or more [ the aforementioned lithium salt is chosen from the 
group which consists of LiC104, LiBF4, LiPF6, LiAsF6, LiCF3S03, and LiN(CF3S02) 2 ] one, and 
the aforementioned organic solvent is the aforementioned macromolecule gel electrolyte 
characterized by being, or more [ it is chosen from the group which consists of propylene carbonate, 
ethylene carbonate, dimethyl carbonate, methylethyl carbonate, diethyl carbonate, vinylene carbonate, 
triglyme tetraglyme, and gamma-butyrolactone ] one. 

[0034] Furthermore, this invention is a lithium cell possessing the case having the electrode assembly 
containing the separator which intervenes between a cathode, an anode, and the aforementioned 
cathode and the aforementioned anode, the aforementioned macromolecule gel electrolyte, and the 
aforementioned electrode assembly and the aforementioned macromolecule gel electrolyte. 
[0035] It is the aforementioned lithium cell which the aforementioned electrode assembly is formed 
for this invention of rolling up, and is furthermore characterized by the aforementioned case being a 
pouch type. 

[0036] Furthermore, this invention is the aforementioned lithium cell characterized by the 
aforementioned separator being the sheet which combined a polyethylene sheet, a polypropylene 
sheet, or these. 
[0037] 

[Embodiments of the Invention] The macromolecule gel electrolyte of this invention makes it come 
to harden the constituent containing a polysiloxane compound, a polysiloxane-polyoxyalkylene 
compound, a polyethylene-glycol derivative, and the organic solvent containing lithium salt, the 
constituent concerned - the following and "the constituent for forming a macromolecule gel 
electrolyte" - or it is only called a "constituent" 
[0038] Each component first contained in a constituent is explained. 
[0039] A polysiloxane compound is chemical formula 1 : [0040]. 
[Formula 15] 




Si — (Cft),-0-R 4 
R 3 



[0041] It is come out and shown. The inside of a formula and Rl are [0042]. 
[Formula 16] 
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-c-c-c^ r10 -<==< BU 

[0043] It comes out, and it is and R8-R1 3 are the alkyls which may. have branching of a hydrogen 
atom or carbon numbers 1-5. As Rl, specifically, -C(=0) CH=CH2, -C(=0) C(CH3) =CH2, and -C 
(=0) CH=CHCH3 are mentioned, and it is -C(=0) C(CH3) =CH2 preferably. 
[0044] R2 and R3 are chosen independently from the group which consists of the alkyl and phenyl 
which may have branching of carbon numbers 1-5, a benzyl, and an allyl compound, respectively. As 
R2 and R3, specifically, a methyl, ethyl, a propyl, an isopropyl, n-butyl, sec-butyl, ter-butyl, a pentyl, 
and an isopentyl are mentioned, and they are a methyl, ethyl, a phenyl, or a benzyl preferably. 
[0045] R4 is an allyl compound (-CH2 CH=CH2), the alkyl which may have branching of carbon 
numbers 1-5, and [0046]. 
[Formula 17] 

-c-c=c^ r16 xxv -c=< r19 

[0047] a shell - it is one chosen from a group and R14-R19 are the alkyls which may have branching 
of a hydrogen atom or carbon numbers 1 -5 As R4, specifically, -C(=0) C(CH3) =CH2, -C(=0) 
CH=CHCH3, a methyl, ethyl, a propyl, an isopropyl, n-butyl, sec-butyl, ter-butyl, a pentyl, and an 
isopentyl are mentioned, and they are a methyl and -C(=0) C(CH3) =GH2 preferably. 
[0048] m is 1-5. n - 1-20 - it is 1-10 preferably 1 - 1-20 - it is 1-10 preferably When m, n, and 1 are 
this range, since the compound shown with a chemical formula 1 is excellent in solubility, reactivity, 
and the cell performance side, it is desirable. 

[0049] As such a polysiloxane compound, -C(=0) C(CH3) =CH2 and R2 A methyl, [ Rl J The 
polysiloxane compound whose R4 R3 is a methyl and is a methyl, and m, n and 13, Ethyl and R3 A 
methyl, [ Rl ] [ -C(=0) C(CH3) =CH2 and R2 ] The polysiloxane compound 3 or whose 51 2 or 3n is 
[ R4 ] 3 or 5 for a methyl and m, A phenyl and R3 A methyl, [ Rl ] [ -C(=0) C(CH3) =CH2 and R2 ] 
The polysiloxane compound 2 or 3, and whose n and 1 a methyl and m are 3 or 5 for R4, A benzyl and 
R3 A methyl, [ Rl ] [ -C(=0) C(CH3) =CH2 and R2 ] The polysiloxane compound 2 or 3, and whose 
n and 1 a methyl and m are 3 or 5 for R4, A phenyl and R3 A methyl, [ Rl ] [ -C(=0) C(CH3) =CH2 
and R2 ] R4 ~ ethyl and m= ~ 2 or 3, and n= — . 3 or 5, and 1= - the polysiloxane compound which is 
3 or 5 - A benzyl and R3 A methyl, [ Rl ] [ -C(=0) C(CH3) =CH2 and R2 ] The polysiloxane 
compound 2 or 3, and whose n and 1 ethyl and m are 3 or 5 for R4, Since it excels in 
reactivity, and the cell performance side, it is used preferably, and the polysiloxane compound a 
methyl and whose R4 are [ Rl / -C(=0) C(CH3) =CH2 and R2 ] a methyl, and m, n and 13 also 
especially in these for a methyl and R3 is desirable. 

[0050] Next, a polysiloxane-polyoxyalkylene compound is explained. The compound concerned is 
chemical formula 2i [0051]. 
[Formula 18] 

/ f 

R 5 -0— ( Cfk )*?-(- Si— O- 
\ R 3 * 

[0052] It is come out and shown. R2' and R3' are chosen from the group which consists of the alkyl 
and phenyl which may have independently branching of carbon numbers 1-5, respectively, a benzyl, 
and an allyl compound among a formula. Specifically, a methyl, ethyl, a propyl, an isopropyl, n-butyl, 
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sec-butyl, ter-butyl, a pentyl, an isopentyl, etc. are mentioned, and they are a methyl, ethyl, a phenyl, 
or a ben2yl preferably. 

[0053] R5 and R7 are the alkyl which may have branching of carbon numbers 1-5, and [0054] 
independently, respectively. 
[Formula 19] 

o R 20 „21 p 23 

II i y V R 24 

-c-c=c^ *5«fctr -i=< 

^ R 2S 

[0055] a shell - it chooses from a group - having - at least one [ however, ] of R5 and the R7 - 
[0056] 

[Formula 20] 
O R 20 _21 p 23 

C C C ^ w 22 -C=cC 

^ R 25 

[0057] It comes out, and it is and R20-R25 are the alkyls which may have independently branching of 
a hydrogen atom or carbon numbers 1-5, respectively. As R5 or R7, specifically, -C(=0) C(CH3) 
=CH2, -C(=0) CH=CHCH3, a methyl, ethyl, a propyl, an isopropyl, n-butyl, sec-butyl, ter-butyl, a 
pentyl, an isopentyl, etc. are mentioned, and they are -C(=0) C(CH3) =CH2 or a methyl preferably. 
[0058] R6 is the alkyl which may have branching of a hydrogen atom or carbon numbers 1-5, and, 
specifically, a methyl, ethyl, a propyl, an isopropyl, n-butyl, sec-butyl, ter-butyl, a pentyl, an 
isopentyl, etc. are mentioned as this alkyL It is a hydrogen atom preferably as R6. 
[0059] m' is 1-5. n* is 1-20 and is 1-10 preferably. 1' is 1-20 and is 1-10 preferably, x is 1-15. m - ' - 
n - ' - 1 - ' - and - x ~. this - the range ~ it is - the time - a chemical formula - two - being 
shown — having — a compound — solubility - reactivity — and — a cell - a performance — a field — 
excelling — **** - a sake — being desirable . 

[0060] As a polysiloxane-polyoxyalkylene compound shown with such a chemical formula 2 -C(=0) 
C(CH3) =CH2 and R6 A hydrogen atom, [ R2' ] [ a methyl and R3' ] [ a methyl and R5 ] R7 A 
methyl, m', the polysiloxane-polyoxyalkylene compound whose x ri and 1' are 3 and is 5, -C(=0) C 
(CH3) =CH2 and R6 A hydrogen atom, [ R2' ] [ ethyl and R3' ] [ a methyl and R5 ] The polysiloxane- 
polyoxyalkylene compound 3, or whose 5 and x 2 or 3, n', and 1' are [ R7 ] 3, 5, or 10, respectively for 
a methyl and m*, -C(=0) C(CH3) =CH2 and R6 A hydrogen atom, [ R2' ] [ a benzyl and R3' ] [ a 
methyl and R5 ] The polysiloxane-polyoxyalkylene compound 3, or whose 5 and x 2 or 3, n', and 1' 
are [ R7 ] 3, 5, or 10, respectively for a methyl and m', -C(=0) C(CH3) =CH2 and R6 A hydrogen 
atom, [ R2* ] [ a phenyl and R3' ] [ a methyl and R5 ] The polysiloxane-polyoxyalkylene compound 3, 
or whose 5 and x 2 or 3, n', and 1' are [ R7 ] 3, 5, or 1 0, respectively for a methyl and m', -C(=0) C 
(CH3) =CII2 and R6 A hydrogen atom, [ R2' ] [ a benzyl and R3* ] [ a methyl and R5 ] Since the 
polysiloxane-polyoxyalkylene compound 3, or whose 5 and x 2 or 3, n', and 1' are [ R7 ] 3, 5, or 10, 
respectively for a methyl and m' is excellent in solubility, reactivity, and the cell performance side, it 
is used preferably, these -. inside ~ **** - especially - R - two - ' - a methyl - R - three - * - a 
methyl - R - five - C (=0) - C (CH3) -- = - CH - two -. R - six ~ a hydrogen atom - R - seven - 
a methyl — . m ~ ' ~ n — ' — and — 1 — ' — three ~ x — . five — it is — . a polysiloxane - a compound — 
being desirable . 

[0061] As for the content of the polysiloxane-polyoxyalkylene compound shown with the 
polysiloxane compound or chemical formula 2 shown with a chemical formula 1 , it is desirable that it 
is 0.1 - 10 mass section on the basis of the constituent 100 mass section. The effect of a performance 
improvement of the cell according to addition of these compounds when a content is under the 0.1 
mass section here is low, and when exceeding 10 mass sections, there is a possibility that the 
performance of a cell may fall. 
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[0062] Although the polysiloxane compound shown with a chemical formula 1 can make for 
example, a dihydroxy end polysiloxane and an acryloyl chloride able to react and can manufacture a 
polysiloxane compound, it is not limited to this but can be manufactured by the method of this 
business world common knowledge. Similarly, the polysiloxane-polyoxyaikylene compound shown 
with a chemical formula 2 can be manufactured by various methods. For example, although an 
acryloyl chloride can be made to be able to react to the polysiloxane-polyoxyaikylene which a 
dihydroxy end polysiloxane and ethylene oxide are made to react, and is manufactured and a 
polysiloxane-polyoxyaikylene compound can be manufactured, it is not limited to this but can 
manufacture by the method of this business world common knowledge. 
[0063] Next, a polyethylene-glycol derivative is explained. The polyethylene-glycol derivative 
concerned is chemical formula 3: [0064]. 
[Formula 21] 

H 2 C=C(R0C( = O)(OCH,CH 2 ) B OR- 

[0065] It is come out and shown. R f is a hydrogen atom or CH3 among a formula, R" is a hydrogen 
atom, -C(=0) CH=CH2, or -C(=0) C(CH3) =CH2, and z is 1-20. Polyethylene glycol dimethaciylate, 
polyethylene-glycol diacrylate, polyethylene glycol monomethaciylate, polyethylene-glycol 
monoacrylate, etc. are mentioned preferably as such a polyethylene-glycol derivative. These may be 
used independently, respectively, and it may mix and they may be used. By using especially 
polyethylene glycol dimethaciylate, polyethylene glycol monomethacrylate, or those mixture, since 
the performance of a cell can be raised, it is desirable. 

[0066] The range of the content of the polyethylene-glycol derivative concerned has desirable 0.4 - 50 
mass section on the basis of the constituent 100 mass section. When a content is under the 0.4 mass 
section here, hardening reactivity falls, and when exceeding 50 mass sections, there is a possibility 
that the performance of a cell may fall. However, since the range of the content of a polyethylene- 
glycol derivative is various by what is used, it is not this limitation. Hereafter, the range of a desirable 
content is described concretely. For example, as for the content of polyethylene glycol 
dimethacrylate, it is desirable that it is 0.5 - 50 mass section on the basis of the constituent 100 mass 
section, and, as for the content of polyethylene glycol monomethacrylate, it is desirable that it is 0.4 - 
50 mass section on the basis of the constituent 100 mass section. 

[0067] Next, the organic solvent containing the lithium salt of this invention is explained. It is 
desirable that it is or more [ it is chosen from the group which consists of a lithium perchlorate 
(LiC104), a 4 boron-fluoride lithium (LiBF4), a 6 fluoride / phosphorus / lithium (LiPF6), a 6 
fluoride arsenic lithium (LiAsF6), a 3 fluoride methansulfonic acid lithium (LiCF3S03), and a 
RICHIUMUBISU trifluoromethane sulfonyl amide (LiN2 (CF3S02)) as lithium salt ] one. It is LiPF6 
especially preferably. Of course, well-known lithium salt is usable at the technical field concerned 
besides the above. 

[0068] It is desirable that it is or more [ it is chosen from the group which consists of propylene 
carbonate, ethylene carbonate, dimethyl carbonate, methylethyl carbonate, diethyl carbonate, 
BDsflRUREN carbonate, triglyme, tetraglyme, and gamma-butyrolactone as an organic solvent ] one. 
Especially, preferably, it is ethylene carbonate (EC), dimethyl carbonate (DMC), and dimethyl 
carbonate (DEC), and these may be used independently, and you may mix and use by the suitable 
volume ratio. Of course, a well-known organic solvent is usable at the technical field concerned 
besides the above. 

[0069] As for the content of the organic solvent containing such lithium salt, it is desirable that it is 
50 - 97 mass section on the basis of the constituent 100 mass section. And as for the content of 
lithium salt, it is desirable that it is 0.5-3 mols to organic-solvent 1L. When the content of an organic 
solvent and lithium salt separates from the aforementioned range here, there is a possibility that the 
performance of a cell may fall. 
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[0070] As for the constituent of this invention, it is still more desirable that ethoxylation 
trimethylolpropane triacrylate (ethoxylated trimethylol propane triacrylate) is included. The hardening 
reaction of a constituent can be promoted by including such a compound. The content of ethoxylation 
trimethylolpropane triacrylate has a possibility that the performance of a cell may fall, when it is 
desirable that it is 0 - 5 mass section and it exceeds 5 mass sections on the basis of the constituent 
100 mass section here. 

[0071] The constituent for forming the macromolecule gel electrolyte of this invention can be 
obtained by mixing the polysiloxane-polyoxyalkylene compound shown with the polysiloxane 
compound or chemical formula 2 shown with the chemical formula 1 described above, a 
polyethylene-glycol derivative, and the organic solvent containing lithium salt. 
[0072] Furthermore, as for the aforementioned constituent, it is desirable that one or more 
polymerization initiators chosen from a benzophenone, a benzoyl peroxide, an acetyl peroxide, a 
lauroyl peroxide, and the group that consists of an azobisisobutyronitril are included, and, generally 
especially an azobisisobutyronitril is used. Generally, on the basis of the constituent 1 00 mass 
section, although the content of a polymerization initiator is 0.1 - 5 mass section, it should choose 
each suitable content according to the kind here. 

[0073] The macromolecule gel electrolyte of this invention is manufactured by hardening the 
constituent containing an above-mentioned component. Hardening is desirable and thermal 
polymerization, the polymerization by the electron beam, or the polymerization by UV is used. Each 
polymerization method is explained in detail below. 

[0074] Thermal polymerization is performed by processing a constituent in predetermined 
polymerization time in the oven adjusted by polymerization temperature. In the case of less than 60 
degrees C, as for polymerization temperature, it is desirable that it is 60-100 degrees C, and there is a 
possibility that a polymerization may become inadequate, and if 100 degrees C is exceeded on the 
other hand, an expansion phenomenon may produce it here, carrying out the polymerization of the 
polymerization time for example, within a case --. or although it is not limited since it is required to 
adjust suitably by whether a polymerization is carried out in the state where it cast for the film, 
generally it is about 4 hours 

[0075] The polymerization by the electron beam is made when predetermined carries out time 
irradiation of the electron beam at a constituent. The output of this electron beam is usually 1.5eV or 
more, and in the case of less than 1 .5eV, the long setting time is needed or it has fear, like hardening 
becomes inadequate here. Generally, as for time to irradiate an electron beam, it is desirable that it is 
30 seconds or more, and when time is less than 30 seconds, it has a possibility that a polymerization 
may become inadequate. The polymerization by such electron beam can shorten reaction time 
compared with above-mentioned thermal polymerization, and has the advantage of not needing a 
polymerization initiator further. 

[0076] The polymerization by UV is made when predetermined carries out time irradiation of the UV 
at a constituent. Generally, the wavelength of this UV has a possibility that a polymerization may 
become inadequate, when it is desirable that it is 250-365nm and it separates from this range here. 
Generally, as for time to irradiate UV, it is desirable that it is 30 seconds or more, and when time is 
less than 30 seconds, it has a possibility that a polymerization may become inadequate. The 
polymerization by such UV has the advantage that reaction time can be shortened compared with 
above-mentioned thermal polymerization. 

[0077] Next, how to manufacture a macromolecule gel electrolyte using the constituent mentioned 
above is explained. It prepares within the limits of the content which mentioned each component 
above first. These contents should be chosen the optimal in consideration of the performance of the 
electrochemical stability of the lithium cell manufactured, and a cell etc. Next, the polysiloxane- 
polyoxyalkylene compound shown with the polysiloxane compound or chemical formula 2 shown 
with a chemical formula 1, the polyethylene-glycol derivative shown with a chemical formula 3, and 
ethoxylation trimethylolpropane triacrylate are mixed. Into this mixture, the above-mentioned 
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polymerization initiator is added further if needed, the organic solvent which contains lithium salt 
further is added and stirred into it, and a uniform constituent is obtained. The obtained constituent is 
hardened by the thermal polymerization mentioned above, the polymerization by the electron beam, 
or the polymerization by UV. 

[0078] Next, the lithium cell using the macromolecule gel electrolyte of this invention is explained. 
The lithium cell of this invention possesses the case having the electrode assembly containing the 
separator which intervenes between a cathode, an anode, and the aforementioned cathode and the 
aforementioned anode, the macromolecule gel electrolyte of this invention mentioned above, and the 
aforementioned electrode assembly and the aforementioned macromolecule gel electrolyte. 
[0079] Explanation of the cathode active material constituent and anode active material constituent 
which are first used as a cathode or an anode uses preferably for a cathode the cathode active material 
constituent which generally consists of lithium content oxides, such as LiCo02. The anode active 
material constituent which generally contains carbon, graphite, etc. is preferably used for an anode, 
and, generally a mezzo-soprano carbon fiber is desirable especially as carbon. 
[0080] Furthermore, these active material constituent may contain the electric conduction agent, the 
binder, and the solvent suitably. As an electric conduction agent, although not limited to these, carbon 
black etc. is used preferably. Since the conductivity of an electrode active material layer falls when it 
is desirable that it is 1 - 20 mass section and a content exceeds 20 mass sections here on the basis of 
the electrode active material (for example, LiCo02) 100 mass section, and the content of an electrode 
active material becomes low relatively in being under 1 mass section, the content of an electric 
conduction agent is not desirable here. 

[0081] As a binder, a vinylidene fluoride-hexafluoropropylene copolymer (VdF/HFP copolymer), 
poly vinylidene fluoride, a polyacrylonitrile, the poly methyl methacrylic rate, or its mixture is used 
preferably, and, generally especially poly vinylidene fluoride is desirable. As for the content of a 
binder, it is desirable that it is 2 - 30 mass section on the basis of the electrode active material 100 
mass section. When a content is the aforementioned range here, it excels in the bonding strength of 
the electrode active material to an electrode charge collector. 

[0082] As a solvent, if generally used for a lithium cell, all are usable, for example, an acetone and N- 
methyl pyrrolidone are mentioned, and it combines with other components, and is chosen suitably. 
[0083] Although separator will not be restricted especially if used in the field concerned, it is 
desirable that it is the sheet which combined a polyethylene sheet, a polypropylene sheet, or these. It 
is preferably used by the reason especially for being easy to roll round polyethylene separator, and 
polypropylene / polyethylene / three layer separator of polypropylene. Specifically, the polyethylene 
separator by the morning-sun chemical-industry company is used. 

[0084] Although all are usable if it is the type used in this industry,, since especially a pouch type can 
prevent external disclosure of a gel electrolyte good, the case having the aforementioned electrode 
assembly and the aforementioned macromolecule gel electrolyte containing such a cathode, an anode, 
and separator is desirable. 

[0085] Next, the manufacture method of the lithium cell of this invention is explained. First, an 
electrode active material layer is formed on a charge collector using an above-mentioned anode active 
material constituent or an above-mentioned cathode active material constituent, and a cathode 
electrode board and an anode electrode board are produced. An electrode active material layer is 
formed here by the method of coating each active material constituent directly on a charge collector, 
and the method of carrying out the lamination of the film of the active material constituent obtained 
from this base material by exfoliating after coating and drying each active material constituent in the 
base material upper part separately with a doctor blade on a charge collector. If an active material 
layer can be supported, such a base material can use all, for example, polyethylene terephthal rate 
films, such as a Mylar film (Du Pont make), are suitable for it. 

[0086] Next, separator is inserted between the cathode electrode boards and anode electrode boards 
which were obtained, and an electrode assembly is formed in it. Even if it forms the assembly 



http://www4.ipdl jpo.go.jp/cgi-bin/tran_webcgi_ejje 



2003/06/02 



Page 10 of 13 



concerned by rolling up using the jelly roll method ( drawing 1 ), you may form it in the Bayh cellular 
structure here ( drawing 2 ). Thus, the obtained assembly is installed in a case. 
[0087] Next, the macromolecule gel electrolyte of this invention is formed by preparing the 
constituent for forming the macromolecule gel electrolyte of this invention in a case, and hardening it 
The method of hardening the case which poured in the constituent for forming the macromolecule gel 
electrolyte of this invention into the case as one method, sealed, and was acquired by the 
polymerization by the electron beam mentioned above or the polymerization by UV is mentioned. 
Thus, when carrying out the polymerization of the constituent within a case, the effect by thermal 
polymerization can stiffen a constituent most efficiently. 

[0088] After casting the constituent for forming the electrolyte of this invention in either an anode 
electrode board or a cathode electrode board and the front face of both these with a doctor blade as 
other methods, the method of hardening by the polymerization by the electron beam mentioned above 
or the polymerization by UV is also desirable. Thus, the lithium cell of this invention can be 
obtained. 

[0089] The lithium cell of this invention is applicable to all of lithium rechargeable batteries, such as 

a lithium primary cell, a lithium ion polymer battery, or a lithium ion battery. 

[0090] 

[Example] Hereafter, an example is given and this invention is explained more to a detail. 
[0091] Added poly vinylidene fluoride 15g to <production of macromolecule gel electrolyte and 
lithium cell using it> example 1 acetone 600ml, and mix for 2 hours, it was made to dissolve with a 
ball mill, and mixture was obtained. LiCoO2470g and acetylene black (tradename super - P, product 
made from MMM) 1 5g were added into this mixture, it mixed for 5 hours, and the cathode active 
material constituent was produced. 

[0092] The aforementioned cathode active material constituent was coated using the doctor blade 
which has the gap of 320 micrometers on the aluminum thin film with 147 micrometers [ in 
thickness ], and a width of face of 4.9cm, it dried and the unit cathode electrode board was produced. 
[0093] On the other hand, poly vinylidene fluoride 50g was added to acetone 600ml, mix for 2 hours, 
it was made to dissolve with a ball mill, mixture was obtained, mezzo-soprano carbon fiber 449g and 
Ig of oxalic acid were added into this mixture, it mixed for 5 hours, and the anode active material 
constituent was produced. 

[0094] The aforementioned anode active material constituent was coated using the doctor blade 
which has the gap of 420 micrometers on the copper thin film with 1 78 micrometers [ in thickness ], 
and a width of face of 5.1cm, it dried and the unit anode electrode board was produced. 
[0095] Polyethylene separator (morning-sun chemical-industry company) with a width of face [ of 
5.25cm ] and a thickness of 1 8 micrometers was made to intervene between the aforementioned 
cathode electrode board and the aforementioned anode electrode board, this was rolled round by the 
jelly roll method, and the electrode assembly was produced. This electrode assembly was put into the 
pouch. 

[0096] On the other hand, it sets in a chemical formula 1 . a methyl and Rl -C(0) C(CH3) =CH 2 
and m, [ R4 R2, and R3 ] 0.2g [ of polysiloxane compounds ], and polyethylene-glycol JIMETA krill 
rate 1.8g whose 1 is n and3, Polyethylene-glycol monochrome methacrylic rate 0.5g, ethoxylation 
trimethylolpropane triacrylate 0.5g, Azobisisobutyronitril O.lg, and (ethylene carbonate EC) / 
dimethyl carbonate (DMC) / dimethyl carbonate (DEC) = 30g of organic solvents which are 3:3:1 
(volume ratio) and contain LiPF6 1M is mixed. The constituent for forming a macromolecule gel 
electrolyte was prepared. 3g of this constituent was poured into the pouch containing the electrode 
assembly obtained by the above-mentioned method, and it was sealed. The lithium cell of this 
invention was completed by as a result processing an object in the oven adjusted at 80 degrees C for 4 
hours. 

[0097] Added poly vinylidene fluoride 1 5g to example 2 acetone 600ml, and mix for 2 hours, it was 
made to dissolve with a ball mill, and mixture was obtained. After adding LiCoO2470g and super-P 
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(product made from MMM)1 5g into this mixture, this was mixed for 5 hours and the cathode active 
material constituent was produced. 

[0098] The doctor blade which has the gap of 320 micrometers for the obtained cathode active 
material constituent was used, and it coated on the aluminum thin film with 147 micrometers [ in 
thickness ], and a width of face of 4.9cm, and it dried and the unit cathode electrode board was 
produced. 

[0099] Then, 0.2g [ of the same polysiloxane compounds as an example 1. ] and polyethylene-glycol 
JIMETA krill rate 1 .8g, polyethylene-glycol monochrome methacrylic rate 0.5g, ethoxylation 
trimethylolpropane triacrylate 0.5g, benzophenone O.lg, and 30g of organic solvents which are 
EC:DMC:DEC=3 :3 : 1 (volume ratio) and contain LiPF6 by 1M were mixed, and the constituent for 
forming a macromolecule gel electrolyte was manufactured. After using and casting a doctor blade 
for the cathode electrode board which manufactured this constituent above, 365nm UV is irradiated 
for 1 .5 hours, and was stiffened, and the cathode electrode in which the macromolecule gel 
electrolyte was formed was obtained. 

[0100] On the other hand, added poly vinylidene fluoride 50g to acetone 600ml, and mix for 2 hours, 
it was made to dissolve with a ball mill, and the constituent was obtained. Mezzo-soprano carbon 
fiber 449g and 1 g of oxalic acid were added into this mixture, it mixed for 5 hours, and the anode 
active material constituent was prepared. 

[0101] The doctor blade which has the gap of 420 micrometers for the aforementioned anode active 
material constituent was used, and it coated on the copper thin film with 178 micrometers [ in 
thickness ], and a width of face of 5. 1cm, and it dried and the unit anode electrode board was 
produced. 

[0102] After making polyethylene separator (morning-sun chemical-industry company) with a width 
of face [ of 5.25cm ], and a thickness of 1 8 micrometers intervene between the aforementioned 
cathode electrode boards and the aforementioned anode electrode boards with which the 
macromolecule gel electrolyte was formed, this was rolled round by the jelly roll method and the 
electrode assembly was produced. This electrode assembly was put in in the pouch and the lithium 
cell was completed. 

[0103] If it removed having made the anode electrode board cast and harden the constituent for 
forming an example 3 macromolecule gel electrolyte instead of a cathode electrode board, the lithium 
cell was produced by the same method as an example 2. 

[0104] If it removed having cast the constituent for forming an example 4 macromolecule gel 
electrolyte for both the cathode electrode board and the anode electrode board, the lithium cell was 
produced by the same method as an example 2. 

[0105] Added poly vinylidene fluoride 15g to example 5 acetone 600ml, and mix for 2 hours, it was 
made to dissolve with a ball mill, and mixture was obtained. LiCoO2470g and super-P (product made 
from MMM)15g were added into this mixture, it mixed for 5 hours, and the cathode active material 
constituent was prepared. 

[0106] The doctor blade which has the gap of 320 micrometers for the aforementioned cathode active 
material constituent was used, and it coated on the aluminum thin film with 147 micrometers [ in 
thickness ], and a width of face of 4.9cm, and it dried and the unit cathode electrode board was 
produced. 

[0107] On the other hand, added poly vinylidene fluoride 50g to acetone 600ml, and mix for 2 hours, 
it was made to dissolve with a ball mill, and mixture was obtained. Mezzo-soprano carbon fiber 
(MCF) 449g and lg of oxalic acid were added into this mixture, it mixed for 5 hours, and the anode 
active material constituent was prepared. 

[0108] The doctor blade which has the gap of 420 micrometers for the aforementioned anode active 
material constituent was used, and it coated on the copper thin film with 1 78 micrometers [ in 
thickness ], and a width of face of 5.1cm, and it dried and the unit anode electrode board was 
produced. 
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[0109] After making polyethylene separator (morning-sun chemical-industry company) with 18 
micrometers [ in thickness ], and a width of face of 5.25cm intervene between the aforementioned 
cathode electrode board and the aforementioned anode electrode board* this was rolled round by the 
ZERU roll method and the electrode assembly was produced. This electrode assembly was put in in 
the pouch. 

[0110] On the other hand, it sets in a chemical formula 2. -C(=0) C(CH3) =CH2 and R6 A hydrogen 
atom* [ R2 f , R3', and R7 ] [ a methyl and R5 ] 3 and x 0.2g of 5 polysiloxane-polyoxyalkylene 
compounds, [ m', n', and V ] Polyethylene-glycol JIMETAKURIRURE - TOl .8g, polyethylene-glycol 
monochrome methacrylic rate 1 g, Ethoxylation trimethylolpropane triaciylate 0.05g, 
azobisisobutyronitril O.Olg, and 30g of organic solvents which are EC:DMC:DEC=3:3:1 (volume 
ratio) and contain LiPF6 by 1M are mixed. The constituent for forming a macromolecule gel 
electrolyte was manufactured. 3g of this constituent was poured into the pouch cell obtained in the 
example 1, and this was sealed. Then* the lithium cell was produced by processing join fruit in the 
oven adjusted at 80 degrees C for 4 hours. 

[0111] Added poly vinylidene fluoride 15g to example 6 acetone 600ml* and mix for 2 hours* it was 
made to dissolve with a ball mill* and mixture was obtained. LiCoO2470g and super-P (product made 
from MMM)15g were added into this mixture, it mixed for 5 hours, and the cathode active material 
constituent was prepared. 

[01 12] The aforementioned cathode active material constituent was coated using the doctor blade 
which has the gap of 320 micrometers on the aluminum thin film with 147 micrometers [ in 
thickness ], and a width of face of 4.9cm* it dried and the unit cathode electrode board was produced. 
[01 13] Then, 0.2g [ of the same polysiloxane-polyoxyalkylene compounds as an example 5 ] and 
polyethylene-glycol JIMETA krill rate 1.8g* polyethylene-glycol monochrome methacrylic rate lg* 
ethoxylation trimethylolpropane triacrylate 0.05g* benzophenone 0.01 g, and 30g of organic solvents 
which are EC:DMC:DEC=3:3:1 (volume ratio) and contain LiPF6 by 1M were mixed* and the 
constituent for forming a macromolecule gel electrolyte was prepared. After using and casting a 
doctor blade for the cathode electrode board which manufactured this constituent above* UV with a 
wavelength of 365nm was irradiated for 1 .5 hours* and was stiffened. 

[01 14] On the other hand, added poly vinylidene fluoride 50g to acetone 600ml* and mix for 2 hours* 
it was made to dissolve with a ball mill* and mixture was obtained. Mezzo-soprano carbon fiber 
(MCF) 449g and 1 g of oxalic acid were added into this mixture* it mixed for 5 hours* and the anode 
active material constituent was prepared. 

[01 15] The doctor blade which has the gap of 420 micrometers for the aforementioned anode active 
material constituent was used, and it coated on the copper thin film with 178 micrometers [ in 
thickness ], and a width of face of 5.1cm, and it dried and the unit anode electrode board was 
produced. 

[0116] After making polyethylene separator (morning-sun chemical-industry company) with a width 
of face [ of 5.25cm ], and a thickness of 1 8 micrometers intervene between the cathode electrode 
boards and anode electrode boards with which the macromolecule gel electrolyte was formed, this 
was rolled round by the jelly roll method and the electrode assembly was produced. This electrode 
assembly was put in in the pouch and the lithium cell was produced. 

[0117] If it removed having cast the constituent for forming an example 7 macromolecule gel 
electrolyte for the anode electrode board instead of the cathode electrode board, the lithium cell was 
produced by the same method as an example 6. 

[011 8] If it removed having cast the constituent for forming an example 8 macromolecule gel 
electrolyte for both the cathode electrode board and the anode electrode board, the lithium cell was 
produced by the same method as an example 6. 

[01 19] Instead of the constituent for forming the macromolecule gel electrolyte of the example this 
invention of comparison, it is 1NL If it removed having used the mixed solution (Ube Industries, Ltd. 
make) which contains LiPF6 and EC/DMC/DEC by the volume ratio 3 :3 :4, the lithium cell was 
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produced by the same method as an example L 

[0120] The lithium cell of the characterization of cell> test-method examples 1-8 and the example 
of comparison evaluated reliability and safety by the life characteristic test, the penetration 
examination, the expansion test at the time of elevated-temperature neglect (85 degrees C), and the 
liquid spill examination under pressure 40 kgf7cm2. 

[0121] The life characteristic test was made by observing the volume change of the cell according 
charge and discharge to a 1 00 cycle deed and it using the lithium cell of examples 1 -8 and the 
example 1 of comparison. This evaluation made it desirable for there to be few volume changes. 
[0122] The penetration experiment made the nail with a diameter of 5mm penetrate in the direction 
perpendicular to the major axis of after 3-hour charge and a cell in the center with the current of 0.2C, 
and investigated the existence of the ignition phenomenon of a cell, and a rupture phenomenon. 
[0123] After leaving an expansion test at 85 degrees C after 3-hour charge in the current of 0.2C for 4 
hours, it measured and evaluated the thickness of a cell. The thickness of the cell after neglect 
presupposed that it is good, when initial thickness became 1 1 0% or less. 

[0124] The disclosure examination investigated the existence of a liquid spill, after pressurizing the 
cell for 1 0 seconds by the pressure of 40 kgf/cm2. 

[0125] Test-result drawing 3 is a graph which shows the life property, of the lithium cell of an 
example 1 and the example of comparison. According to this, the volume decrease of the cell of an 
example 1 was almost of the same grade as the example of comparison. Moreover, in the penetration 
examination, neither ignition nor rupture takes place, but is maintaining 1 10% of the initial thickness 
of a cell also in the expansion test further, and did not carry out a liquid spill from inside in the 
disclosure examination further. Since examples 2-8 also showed the almost same result, they were 
found by that the lithium cell of this invention has the outstanding life property. 
[0126] As mentioned above, since the lithium cell of examples 1-8 can maintain the gel excellent in 
the electrolytic solution, it turns out that expansion of external disclosure of the electrolytic solution, 
the electrode assembly by the electrolytic solution, or a pouch can be suppressed, and it has the 
reliability and the safety superior to the cell of the example of comparison. 
[0127] 

[Effect of the Invention] By hardening the constituent containing the polysiloxane compound or 
polysiloxane-polyoxyalkylene compound containing a siloxane unit or an oxy-alkylene unit, by the 
bird clapper, the macromolecule gel electrolyte of this invention can offer the lithium cell which can 
suppress expansion effectively while it is excellent in a physical characteristic and an electrochemical 
property. Since expansion of an electrolytic external disclosure, the electrode assembly by the 
electrolytic solution, or a pouch is suppressed, the lithium cell obtained using the electrolyte 
concerned has high reliability and high safety. 
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* NOTICES * 

Japan Patent Office is not responsible for. any 
damages caused by the use of this translation.. 

1, This document has been translated by computer.So the translation may not reflect the original 
precisely. 

2. * * * * shows the word which can not be translated. 
3 .In the drawings, any words are not translated. 



TECHNICAL FIELD 

[The technical field to which invention belongs] this invention relates to the lithium cell which raised 
safety and reliability using the macromolecule gel electrolyte which can maintain a gel more good in 
a detail about the lithium cell which comes to use a macromolecule gel electrolyte and it 
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PRIOR ART 

[Description of the Prior Art] Compared with a conventional nickel-cadmium battery and a 
conventional nickel hydrogen atom cell, the energy density and voltage per unit volume are high, the 
weight of a cell is also those half extent, and a lithium cell is characterized by the charge-and- 
discharge cycle-life property being excellent, and not having a bad influence on environment. 
Therefore, the lithium cell attracts the interest as a next-generation highly efficient battery, and the 
contribution to the formation of small lightweight and prolonged use of portable electronic equipment 
is expected. 

[0003] A lithium cell can be divided roughly into the lithium ion battery which uses a liquid 
electrolyte, and the lithium ion polymer battery which uses a polymer-like electrolyte. A lithium ion 
battery seals an electrode assembly in the case of a cylindrical shape or a square shape. However, 
recently, the method of sealing an electrode assembly by the pouch attracts attention instead of using 
such a case. There is an advantage which thin-shape-izing and lightweight-izing of a cell are possible, 
and can also cut down the cost of materials by use of a pouch since a unit mass and the energy density 
per volume can be raised further. 

[0004] Drawing 1 is the decomposition perspective diagram having shown typically an example of 
the lithium ion battery which used the general pouch. The lithium ion battery shown by drawing 1 
consists of the electrode assembly 10 containing a cathode 11, an anode 12, and separator 13, and the 
case 14 which wraps and seals this electrode assembly 10. In this case, the electrode assembly 10 is 
formed by rolling round what inserted separator 13 between the cathode 11 and the anode 12. 
Furthermore, the cathode tap 15 and anode tap 15' which play the role of the electric path of the 
electrode assembly 10 and the exterior are pulled out from a cathode 1 1 and an anode 12, and form an 
electrode terminal 16 and 16'. 

[0005] Drawing 2 is the decomposition perspective diagram having shown an example of the 
conventional lithium ion polymer battery typically. The lithium ion polymer battery shown by 
drawing 2 consists of the electrode assembly 21 containing a cathode, an anode, and separator, and 
the case 22 which wraps and seals the electrode assembly 21. in this case - an electrode - an 
assembly — 21 -- having been generated - current - the exterior — guiding - a sake — electric - a 
path — a role - achieving » an electrode terminal (or lead wire) 24 - 24 - ' — a cathode - and - an 
anode - having - having had - a cathode a tap - 23 - and - an anode - a tap - 23 ~ ' - 
connecting - having - **** - these - a case - 22 - outside - predetermined ~ length - extending 
[0006] After putting in the electrode assemblies 10 or 21 in a case 14 or 22 and pouring in the 
electrolytic solution here, exposing a part of electrode-terminal 16, 16' or 24, and 24' outside, such a 
lithium ion battery of drawing 1 and a lithium ion polymer battery of drawing 2 apply heat and a 
pressure, and are manufactured by making it paste up with the heat adhesive property matter, and 
sealing the marginal part of an up case, and the marginal part of a lower case. 
[0007] When the electrolyte which contains an organic solvent with the low boiling point here is 
used, the phenomenon in which an electrode assembly and a pouch expand occurs and there is a 
problem that the reliability and the safety of a cell fall. 

[0008] In order to solve such a problem, the method of stiffening a flat-surface form cell with 
ultraviolet rays (UV) and an electron beam, and making it, or not pouring in the electrolytic solution 
separately, i.e., the method of coating an electrode pipe with gel beforehand etc., is proposed (U.S. 
Pat. No. 5,972,539, U.S. Pat. No. 5,279,910, U.S. Pat. No. 5,437,942, and U.S. Pat. No. 5,340,368). 
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EFFECT OF THE INVENTION 

[Effect of the Invention] By hardening the constituent containing the polysiloxane compound or 
polysiloxane-polyoxyalkylene compound containing a siloxane unit or an oxy-alkylene unit, by the 
bird clapper, the macromolecule gel electrolyte of this invention can offer the lithium cell which can 
suppress expansion effectively while it is excellent in a physical characteristic and an electrochemical 
property. Since expansion of an electrolytic external disclosure, the electrode assembly by the 
electrolytic solution, or a pouch is suppressed, the lithium cell obtained using the electrolyte 
concerned has high reliability and high safety. 
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TECHNICAL PROBLEM 

[Problem(s) to be Solved by the Invention] The purpose of this invention is offering the 
macromolecule gel electrolyte which can suppress the expansion phenomenon by the electrolytic 
solution effectively. Moreover, other purposes of this invention are offering the high lithium cell of 
reliability and safety using such a macromolecule gel electrolyte. 
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MEANS 




[Means for Solving the Problem] The polyethylene oxide conventionally used in order that this 
invention persons may prepare a gel electrolyte, Instead of the polymer which makes a polypropylene 
oxide a principal chain and has functional groups, such as an acrylic, a vinyl, and an epoxy group 
While excelling in a physical characteristic and an electrochemical property by hardening the 
constituent containing the polysiloxane compound or polysiloxane-polyoxyalkylene compound 
containing a siloxane unit or an oxy-alkylene unit It finds out that the electrolyte which can suppress 
expansion effectively is obtained, and came to complete this invention. 
[001 1] Therefore, this invention is chemical formula 1: [0012]. 
[Formula 8] 



R*-0-<Cft), 



[0013] The inside of [formula and Rl are [0014]. 
[Formula 9] 

8 ? 8 ^ t R» 

-c-c=< 10 **» -c=< 

R ^ R 13 

[0015] It is the alkyl in which it appears, and exists, R2 and R3 are chosen as from the group which 
consists of the alkyl and phenyl which may have independently branching of carbon numbers 1-5, 
respectively, a benzyl, and an allyl compound, and R4 may have branching of an allyl compound and 
carbon numbers 1-5, and [0016]. 
[Formula 10] 

-c— c=c^ -c=cC 

[0017] a shell - it is one chosen from a group, R8-R19 are the alkyls which may have independently 
branching of a hydrogen atom or carbon numbers 1-5, respectively, m is 1-5, n is 1-20, and 1 is 1-20] 
Polysiloxane compound [ which is come out of and shown ], or chemical formula 2: [0018] 
[Formula 11] 

/ f \ f ( R 6 \ 

R 5 -0~ ( CH2 ) n i-4-Si-0-4"Si— ( Clfe) , - O -f-CIfc-CH-O-j-R 7 
\ R^ /pt R^ * ' x 

[0019] It is the alkyl in which R2' and R3' are chosen as from the group which consists of the alkyl 
and phenyl which may have independently branching of carbon numbers 1-5, respectively, a benzyl, 
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and an allyl compound among [formula, and R5 and R7 may have independently branching of carbon 

numbers 1-5, respectively, and [0020]. 

[Formula 12] 

O R 20 -21 R 23 

II I I R*4 

-C-C=< fcitf -c=< 

[0021] a shell it chooses from a group having - at least one [ however, ] of R5 and the R7 - 
[0022] 

[Formula 13] 
0 r2 ° * 21 R 23 
c c-c^ -c=c; 



*R' 



* R 25 



[0023] It comes out, and it is, R6 is the alkyl which may have branching of a hydrogen atom or 
carbon numbers 1-5, and R20-R25 are [ m' is 1-5, n' is 1-20, 1' is 1-20, x is 1-15, and ] the alkyls 
which may have independently branching of a hydrogen atom or carbon numbers 1-5, respectively.] 
The polysiloxane-polyoxyalkylene compound come out of and shown, and chemical formula 3: 
[0024] 

[Formula 14] 

H 2 C=C(R , )C( = 0)(OCH 2 CH 3 ) a OR ,, 

[0025] [- R' is a hydrogen atom or CH3 among a formula, R" is a hydrogen atom, -C(=0) CH=CH2, 
or -C(=0) C(CH3) =CH2, and z is 1-20] It is the macromolecule gel electrolyte which is made to 
harden the constituent which comes out and contains the polyethylene-glycol derivative shown and 
the organic solvent containing lithium salt, and is characterized by the bird clapper. 
[0026] Furthermore, this invention is the aforementioned macromolecule gel electrolyte characterized 
by the aforementioned polyethylene-glycol derivative being or more [ it is chosen from the group 
which consists of polyethylene glycol dimethacrylate, polyethylene-glycol diacrylate, polyethylene 
glycol monomethacrylate, and polyethylene-glycol monoacrylate ] one. 

[0027] The content of the polysiloxane-polyoxyalkylene compound shown with the polysiloxane 
compound or the aforementioned chemical formula 2 in which this invention is furthermore shown 
with the aforementioned chemical formula 1 is the aforementioned macromolecule gel electrolyte 
which the content of the polyethylene-glycol derivative which is 0.1 - 10 mass section and is shown 
with the aforementioned chemical formula 3 is 0.4 - 50 mass section, and is characterized by the 
content of the organic solvent containing lithium salt being 50 - 97 mass section on the basis of the 
constituent 100 mass section. 

[0028] Furthermore, this invention is the aforementioned macromolecule gel electrolyte characterized 
by the aforementioned constituent containing ethoxylation trimethylolpropane triacrylate further. 
[0029] Furthermore, it is the aforementioned macromolecule gel electrolyte with which, as for this 
invention, the content of the aforementioned ethoxylation trimethylolpropane triacrylate is 
characterized by being 0-5 mass section on the basis of the constituent 100 mass section. 
[0030] Furthermore, this invention is the aforementioned macromolecule gel electrolyte characterized 
by the aforementioned constituent containing in 0.1 - 5 mass section pan one or more polymerization 
initiators chosen from a benzophenone, a benzoyl peroxide, an acetyl peroxide, a lauroyl peroxide, 
and the group that consists of an azobisisobutyronitril on the basis of the constituent 100 mass 
section. 

[0031] Furthermore, this invention is the aforementioned macromolecule gel electrolyte which the 
aforementioned hardening is made by thermal polymerization, the polymerization by the electron 
beam, or the polymerization by UV, and is characterized by the bird clapper. 

[0032] Furthermore, this invention is the aforementioned macromolecule gel electrolyte characterized 
by polymerization temperature being 60-100 degrees C in the aforementioned thermal 
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polymerization. 

[0033] Furthermore, this invention is, or more [ the aforementioned lithium salt is chosen from the 
group which consists of LiC104, LiBF4, LiPF6, LiAsF6, LiCF3S03, and LiN(CF3S02) 2 ] one, and 
the aforementioned organic solvent is the aforementioned macromolecule gel electrolyte 
characterized by being, or more [ it is chosen from the group which consists of propylene carbonate, 
ethylene carbonate, dimethyl carbonate, methylethyl carbonate, diethyl carbonate, vinylene carbonate, 
triglyme tetraglyme, and gamma-butyrolactone ] one. 

[0034] Furthermore, this invention is a lithium cell possessing the case having the electrode assembly 
containing the separator which intervenes between a cathode, an anode, and the aforementioned 
cathode and the aforementioned anode, the aforementioned macromolecule gel electrolyte, and the 
aforementioned electrode assembly and the aforementioned macromolecule gel electrolyte. 
[0035] It is the aforementioned lithium cell which the aforementioned electrode assembly is formed 
for this invention of rolling up, and is furthermore characterized by the aforementioned case being a 
pouch type. 

[0036] Furthermore, this invention is the aforementioned lithium cell characterized by the 
aforementioned separator being the sheet which combined a polyethylene sheet, a polypropylene 
sheet, or these. 
[0037] 

[Embodiments of the Invention] The macromolecule gel electrolyte of this invention makes it come 
to harden the constituent containing a polysiloxane compound, a polysiloxane-polyoxyalkylene 
compound, a polyethylene-glycol derivative, and the organic solvent containing lithium salt, the 
constituent concerned - the following and "the constituent for forming a macromolecule gel 
electrolyte" -- or it is only called a "constituent" 
[0038] Each component first contained in a constituent is explained. 
[0039] A polysiloxane compound is chemical formula 1: [0040]. 
[Formula 15] 



r'-o-cc*)*- 



[0041] It is come out and shown. The inside of a formula and Rl are [0042]. 
[Formula 16] 

-c-c=< -c=< 

^ r13 

[0043] It comes out, and it is and R8-R13 are the alkyls which may have branching of a hydrogen 
atom or carbon numbers 1-5. As Rl, specifically, -C(=0) CH=CH2, -C(=0) C(CH3) =CH2, and -C 
(=0) CH=CHCH3 are mentioned, and it is -C(=0) C(CH3) =CH2 preferably. 
[0044] R2 and R3 are chosen independently from the group which consists of the alkyl and phenyl 
which may have branching of carbon numbers 1-5, a benzyl, and an allyl compound, respectively. As 
R2 and R3, specifically, a methyl, ethyl, a propyl, an isopropyl, n-butyl, sec-butyl, ter-butyl, a pentyl, 
and an isopentyl are mentioned, and they are a methyl, ethyl, a phenyl, or a benzyl preferably. 
[0045] R4 is an allyl compound (-CH2 CH=CH2), the alkyl which may have branching of carbon 
numbers 1-5, and [0046]. 
[Formula 17] 

?. ?" ^ ?" ^ 

-c-c=c^ r16 -c=< R „ 




[0047] a shell - it is one chosen from a group and R14-R19 are the alkyls which may have branching 
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of a hydrogen atom or carbon numbers 1-5 As R4, specifically, -C(=0) C(CH3) =CH2, -C(=0) 
CH=CHCH3, a methyl, ethyl, a propyl, an isopropyl, n-butyl, sec-butyl, ter-butyl, a pentyl, and an 
isopentyl are mentioned, and they are a methyl and -C(=0) C(CH3) =CH2 preferably. 
[0048] m is 1-5. n -- 1-20 - it is 1-10 preferably 1 - 1-20 - it is 1-10 preferably When m, n, and 1 are 
this range, since the compound shown with a chemical formula 1 is excellent in solubility, reactivity, 
and the cell performance side, it is desirable. 

[0049] As such a polysiloxane compound, -C(=0) C(CH3) =CH2 and R2 A methyl, [ Rl ] The 
polysiloxane compound whose R4 R3 is a methyl and is a methyl, and m, n and 13, Ethyl and R3 A 
methyl, [ Rl ] [ -C(=0) C(CH3) =CH2 and R2 ] The polysiloxane compound 3 or whose 51 2 or 3n is 
[ R4 ] 3 or 5 for a methyl and m, A phenyl and R3 A methyl, [ Rl ] [ -C(=0) C(CH3) =CH2 and R2 ] 
The polysiloxane compound 2 or 3, and whose n and 1 a methyl and m are 3 or 5 for R4, A benzyl and 
R3 A methyl, [ Rl ] [ -G(=0) C(CH3) =CH2 and R2 ] The polysiloxane compound 2 or 3, and whose 
n and 1 a methyl and m are 3 or 5 for R4, A phenyl and R3 A methyl, [ Rl ] [ -C(=0) C(CH3) =CH2 
and R2 ] R4 - ethyl and m= - 2 or 3, and n= - 3 or 5, and 1= ~ the polysiloxane compound which is 
3 or 5 - A benzyl and R3 A methyl, [ Rl ] [ -C(=0) C(CH3) =CH2 and R2 ] The polysiloxane 
compound 2 or 3, and whose n and 1 ethyl and m are 3 or 5 for R4, Since it excels in ********, 
reactivity, and the cell performance side, it is used preferably, and the polysiloxane compound a 
methyl and whose R4 are [ Rl / -C(=0) C(CH3) =CH2 and R2 ] a methyl, and m, n and 13 also 
especially in these for a methyl and R3 is desirable. 

[0050] Next, a polysiloxane-polyoxyalkylene compound is explained. The compound concerned is 
chemical formula 2: [0051]. 
[Formula 18] 



/ R \ f / R 6 \ 

R 5 -0- ( CEfe ) m r4- Si-0-+Si- ( Clfe ) , O -^Ofe-CH-O j-R 7 



\r 3 ' / n .R- 

[0052] It is come out and shown. R2' and R3' are chosen from the group which consists of the alkyl 
and phenyl which may have independently branching of carbon numbers 1-5, respectively, a benzyl, 
and an allyl compound among a formula. Specifically, a methyl, ethyl, a propyl, an isopropyl, n-butyl, 
sec-butyl, ter-butyl, a pentyl, an isopentyl, etc. are mentioned, and they are a methyl, ethyl, a phenyl, 
or a benzyl preferably. 

[0053] R5 and R7 are the alkyl which may have branching of carbon numbers 1-5, and [0054] 
independently, respectively. 
[Formula 19] 

0 R " b 21 R 23 

II I ^* I r24 

-c-c=c fcitf -c=< 

^ R 25 

[0055] a shell - it chooses from a group - having - at least one [ however, ] of R5 and the R7 - 
[0056] 

[Formula 20] 
0 r2 ° * 21 R 23 

° C C ^R" " C ~ C ^r2 5 

[0057] It comes out, and it is and R20-R25 are the alkyls which may have independently branching of 
a hydrogen atom or carbon numbers 1-5, respectively. As R5 or R7, specifically, -C(=0) C(CH3) 
=CH2, -C(=0) CH=CHCH3, a methyl, ethyl, a propyl, an isopropyl, n-butyl, sec-butyl, ter-butyl, a 
pentyl, an isopentyl, etc. are mentioned, and they are -C(=0) C(CH3) =CH2 or a methyl preferably. 
[0058] R6 is the alkyl which may have branching of a hydrogen atom or carbon numbers 1-5, and, 
specifically, a methyl, ethyl, a propyl, an isopropyl, n-butyl, sec-butyl, ter-butyl, a pentyl, an 
isopentyl, etc. are mentioned as this alkyl. It is a hydrogen atom preferably as R6. 
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[0059] m' is 1-5. n' is 1-20 and is 1-10 preferably. 1' is 1-20 and is 1-10 preferably, x is 1-15. m -- ' - 
n - ' - 1 - ' - and - x - this - the range - it is ~ the time - a chemical formula ~ two - being 
shown - having - a compound - solubility - reactivity - and ~ a cell - a performance ~ a field - 
excelling ~ **** ~ a sake ~ being desirable . 

[0060] As a polysiloxane-polyoxyalkylene compound shown with such a chemical formula 2 -C(=0) 
C(CH3) =CH2 and R6 A hydrogen atom, [ R2' ] [ a methyl and R3' ] [ a methyl and R5 ] R7 A 
methyl, m', the polysiloxane-polyoxyalkylene compound whose x n' and 1' are 3 and is 5, -C(=0) C 
(CH3) =GH2 and R6 A hydrogen atom, [ R2' ] [ ethyl and R3' ] [ a methyl and R5 ] The polysiloxane- 
polyoxyalkylene compound 3, or whose 5 and x 2 or 3, n', and 1' are [ R7 ] 3, 5, or 10, respectively for 
a methyl and m\ -C(=0) C(CH3) =CH2 and R6 A hydrogen atom, [ R2' ] [ a benzyl and R3' ] [ a 
methyl and R5 ] The polysiloxane-polyoxyalkylene compound 3, or whose 5 and x 2 or 3, n', and 1' 
are [ R7 ] 3, 5, or 10, respectively for a methyl and m', -C(=0) C(CH3) =CH2 and R6 A hydrogen 
atom, [ R2' ] [ a phenyl and R3' ] [ a methyl and R5 ] The polysiloxane-polyoxyalkylene compound 3, 
or whose 5 and x 2 or 3, n\ and 1' are [ R7 ] 3, 5, or 10, respectively for a methyl and m', -C(=0) C 
(CH3) =CH2 and R6 A hydrogen atom, [ R2' ] [ a benzyl and R3' ] [ a methyl and R5 ] Since the 
polysiloxane-polyoxyalkylene compound 3, or whose 5 and x 2 or 3, n\ and 1' are [ R7 ] 3, 5, or 10, 
respectively for a methyl and m' is excellent in solubility, reactivity, and the cell performance side, it 
is used preferably, these - inside ~ **** ~ especially ~ R - two ~ ' ~ a methyl - R ~ three - ' - a 
methyl - R - five - C (=0) - C (CH3) - = ~ CH » two - R ~ six - a hydrogen atom ~ R - seven - 
a methyl - m - ' - n - ' - and - 1 - ' - three - x - five - it is - a polysiloxane - a compound - 
being desirable . 

[0061] As for the content of the polysiloxane-polyoxyalkylene compound shown with the 
polysiloxane compound or chemical formula 2 shown with a chemical formula 1, it is desirable that it 
is 0.1 - 10 mass section on the basis of the constituent 100 mass section. The effect of a performance 
improvement of the cell according to addition of these compounds when a content is under the 0.1 
mass section here is low, and when exceeding 10 mass sections, there is a possibility that the 
performance of a cell may fall. 

[0062] Although the polysiloxane compound shown with a chemical formula 1 can make for 
example, a dihydroxy end polysiloxane and an acryloyl chloride able to react and can manufacture a 
polysiloxane compound, it is not limited to this but can be manufactured by the method of this 
business world common knowledge. Similarly, the polysiloxane-polyoxyalkylene compound shown 
with a chemical formula 2 can be manufactured by various methods. For example, although an 
acryloyl chloride can be made to be able to react to the polysiloxane-polyoxyalkylene which a 
dihydroxy end polysiloxane and ethylene oxide are made to react, and is manufactured and a 
polysiloxane-polyoxyalkylene compound can be manufactured, it is not limited to this but can 
manufacture by the method of this business world common knowledge. 
[0063] Next, a polyethylene-glycol derivative is explained. The polyethylene-glycol derivative 
concerned is chemical formula 3: [0064]. 
[Formula 21] 

H J C=C(R')C( = 0)(OCH,CH J ) B OR- 

[0065] It is come out and shown. R' is a hydrogen atom or CH3 among a formula, R" is a hydrogen 
atom, -C(=0) CH=CH2, or -C(=0) C(CH3) =CH2, and z is 1-20. Polyethylene glycol dimethacrylate, 
polyethylene-glycol diacrylate, polyethylene glycol monomethacrylate, polyethylene-glycol 
monoacrylate, etc. are mentioned preferably as such a polyethylene-glycol derivative. These may be 
used independently, respectively, and it may mix and they may be used. By using especially 
polyethylene glycol dimethacrylate, polyethylene glycol monomethacrylate, or those mixture, since 
the performance of a cell can be raised, it is desirable. 

[0066] The range of the content of the polyethylene-glycol derivative concerned has desirable 0.4 - 50 
mass section on the basis of the constituent 100 mass section. When a content is under the 0.4 mass 
section here, hardening reactivity falls, and when exceeding 50 mass sections, there is a possibility 
that the performance of a cell may fall. However, since the range of the content of a polyethylene- 
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glycol derivative is various by what is used, it is not this limitation. Hereafter, the range of a desirable 
content is described concretely. For example, as for the content of polyethylene glycol 
dimethacrylate, it is desirable that it is 0.5 - 50 mass section on the basis of the constituent 100 mass 
section, and, as for the content of polyethylene glycol monomethacrylate, it is desirable that it is 0.4 - 
50 mass section on the basis of the constituent 100 mass section. 

[0067] Next, the organic solvent containing the lithium salt of this invention is explained. It is 
desirable that it is or more [ it is chosen from the group which consists of a lithium perchlorate 
(LiC104), a 4 boron-fluoride lithium (LiBF4), a 6 fluoride / phosphorus / lithium (LiPF6), a 6 
fluoride arsenic lithium (LiAsF6), a 3 fluoride methansulfonic acid lithium (LiCF3S03), and a 
RICHIUMUBISU trifluoromethane sulfonyl amide (IiN2 (CF3S02)) as lithium salt ] one. It is LiPF6 
especially preferably. Of course, well-known lithium salt is usable at the technical field concerned 
besides the above. 

[0068] It is desirable that it is or more [ it is chosen from the group which consists of propylene 
carbonate, ethylene carbonate, dimethyl carbonate, methylethyl carbonate, diethyl carbonate, 
BINIRUREN carbonate, triglyme, tetraglyme, and gamma-butyrolactone as an organic solvent ] one. 
Especially, preferably, it is ethylene carbonate (EC), dimethyl carbonate (DMC), and dimethyl 
carbonate (DEC), and these may be used independently, and you may mix and use by the suitable 
volume ratio. Of course, a well-known organic solvent is usable at the technical field concerned 
besides the above. 

[0069] As for the content of the organic solvent containing such lithium salt, it is desirable that it is 
50 - 97 mass section on the basis of the constituent 100 mass section. And as for the content of 
lithium salt, it is desirable that it is 0.5-3 mols to organic-solvent 1L. When the content of an organic 
solvent and lithium salt separates from the aforementioned range here, there is a possibility that the 
performance of a cell may fall. 

[0070] As for the constituent of this invention, it is still more desirable that ethoxylation 
trimethylolpropane triacrylate (ethoxylated trimethylol propane triacrylate) is included. The hardening 
reaction of a constituent can be promoted by including such a compound. The content of ethoxylation 
trimethylolpropane triacrylate has a possibility that the performance of a cell may fall, when it is 
desirable that it is 0 - 5 mass section and it exceeds 5 mass sections on the basis of the constituent 
100 mass section here. 

[0071] The constituent for forming the macromolecule gel electrolyte of this invention can be 
obtained by mixing the polysiloxane-polyoxyalkylene compound shown with the polysiloxane 
compound or chemical formula 2 shown with the chemical formula 1 described above, a 
polyethylene-glycol derivative, and the organic solvent containing lithium salt. 
[0072] Furthermore, as for the aforementioned constituent, it is desirable that one or more 
polymerization initiators chosen from a benzophenone, a benzoyl peroxide, an acetyl peroxide, a 
lauroyl peroxide, and the group that consists of an azobisisobutyronitril are included, and, generally 
especially an azobisisobutyronitril is used. Generally, on the basis of the constituent 100 mass 
section, although the content of a polymerization initiator is 0.1 - 5 mass section, it should choose 
each suitable content according to the kind here. 

[0073] The macromolecule gel electrolyte of this invention is manufactured by hardening the 
constituent containing an above-mentioned component. Hardening is desirable and thermal 
polymerization, the polymerization by the electron beam, or the polymerization by UV is used. Each 
polymerization method is explained in detail below. 

[0074] Thermal polymerization is performed by processing a constituent in predetermined 
polymerization time in the oven adjusted by polymerization temperature. In the case of less than 60 
degrees C, as for polymerization temperature, it is desirable that it is 60-100 degrees C, and there is a 
possibility that a polymerization may become inadequate, and if 100 degrees C is exceeded on the 
other hand, an expansion phenomenon may produce it here, carrying out the polymerization of the 
polymerization time for example, within a case — or although it is not limited since it is required to 
adjust suitably by whether a polymerization is carried out in the state where it cast for the film, 
generally it is about 4 hours 

[0075] The polymerization by the electron beam is made when predetermined carries out time 
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irradiation of the electron beam at a constituent. The output of this electron beam is usually 1.5eV or 
more, and in the case of less than 1.5eV, the long setting time is needed or it has fear, like hardening 
becomes inadequate here. Generally, as for time to irradiate an electron beam, it is desirable that it is 
30 seconds or more, and when time is less than 30 seconds, it has a possibility that a polymerization 
may become inadequate. The polymerization by such electron beam can shorten reaction time 
compared with above-mentioned thermal polymerization, and has the advantage of not needing a 
polymerization initiator further. 

[0076] The polymerization by UV is made when predetermined carries out time irradiation of the UV 
at a constituent. Generally, the wavelength of this UV has a possibility that a polymerization may 
become inadequate, when it is desirable that it is 250-365nm and it separates from this range here. 
Generally, as for time to irradiate UV, it is desirable that it is 30 seconds or more, and when time is 
less than 30 seconds, it has a possibility that a polymerization may become inadequate. The 
polymerization by such UV has the advantage that reaction time can be shortened compared with 
above-mentioned thermal polymerization. 

[0077] Next, how to manufacture a macromolecule gel electrolyte using the constituent mentioned 
above is explained. It prepares within the limits of the content which mentioned each component 
above first. These contents should be chosen the optimal in consideration of the performance of the 
electrochemical stability of the lithium cell manufactured, and a cell etc. Next, the polysiloxane- 
polyoxyalkylene compound shown with the polysiloxane compound or chemical formula 2 shown 
with a chemical formula 1, the polyethylene-glycol derivative shown with a chemical formula 3, and 
ethoxylation trimethylolpropane triacrylate are mixed. Into this mixture, the above-mentioned 
polymerization initiator is added further if needed, the organic solvent which contains lithium salt 
further is added and stirred into it, and a uniform constituent is obtained. The obtained constituent is 
hardened by the thermal polymerization mentioned above, the polymerization by the electron beam, 
or the polymerization by UV. 

[0078] Next, the lithium cell using the macromolecule gel electrolyte of this invention is explained. 
The lithium cell of this invention possesses the case having the electrode assembly containing the 
separator which intervenes between a cathode, an anode, and the aforementioned cathode and the 
aforementioned anode, the macromolecule gel electrolyte of this invention mentioned above, and the 
aforementioned electrode assembly and the aforementioned macromolecule gel electrolyte. 
[0079] Explanation of the cathode active material constituent and anode active material constituent 
which are first used as a cathode or an anode uses preferably for a cathode the cathode active material 
constituent which generally consists of lithium content oxides, such as LiCo02. The anode active 
material constituent which generally contains carbon, graphite, etc. is preferably used for an anode, 
and, generally a mezzo-soprano carbon fiber is desirable especially as carbon. 
[0080] Furthermore, these active material constituent may contain the electric conduction agent, the 
binder, and the solvent suitably. As an electric conduction agent, although not limited to these, carbon 
black etc. is used preferably. Since the conductivity of an electrode active material layer falls when it 
is desirable that it is 1 - 20 mass section and a content exceeds 20 mass sections here on the basis of 
the electrode active material (for example, LiCo02) 100 mass section, and the content of an electrode 
active material becomes low relatively in being under 1 mass section, the content of an electric 
conduction agent is not desirable here. 

[0081] As a binder, a vinylidene fluoride-hexafluoropropylene copolymer (VdF/HFP copolymer), 
poly vinylidene fluoride, a polyacrylonitrile, the poly methyl methacrylic rate, or its mixture is used 
preferably, and, generally especially poly vinylidene fluoride is desirable. As for the content of a 
binder, it is desirable that it is 2 - 30 mass section on the basis of the electrode active material 100 
mass section. When a content is the aforementioned range here, it excels in the bonding strength of 
the electrode active material to an electrode charge collector. 

[0082] As a solvent, if generally used for a lithium cell, all are usable, for example, an acetone and N- 
methyl pyrrolidone are mentioned, and it combines with other components, and is chosen suitably. 
[0083] Although separator will not be restricted especially if used in the field concerned, it is 
desirable that it is the sheet which combined a polyethylene sheet, a polypropylene sheet, or these. It 
is preferably used by the reason especially for being easy to roll round polyethylene separator, and 
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polypropylene / polyethylene / three layer separator of polypropylene. Specifically, the polyethylene 
separator by the morning-sun chemical-industry company is used. 

[0084] Although all are usable if it is the type used in this industry, since especially a pouch type can 
prevent external disclosure of a gel electrolyte good, the case having the aforementioned electrode 
assembly and the aforementioned macromolecule gel electrolyte containing such a cathode, an anode, 
and separator is desirable. 

[0085] Next, the manufacture method of the lithium cell of this invention is explained. First, an 
electrode active material layer is formed on a charge collector using an above-mentioned anode active 
material constituent or an above-mentioned cathode active material constituent, and a cathode 
electrode board and an anode electrode board are produced. An electrode active material layer is 
formed here by the method of coating each active material constituent directly on a charge collector, 
and the method of carrying out the lamination of the film of the active material constituent obtained 
from this base material by exfoliating after coating and drying each active material constituent in the 
base material upper part separately with a doctor blade on a charge collector. If an active material 
layer can be supported, such a base material can use all, for example, polyethylene terephthal rate 
films, such as a Mylar film (Du Pont make), are suitable for it. 

[0086] Next, separator is inserted between the cathode electrode boards and anode electrode boards 
which were obtained, and an electrode assembly is formed in it. Even if it forms the assembly 
concerned by rolling up using the jelly roll method ( drawing 1 ), you may form it in the Bayh cellular 
structure here ( drawing 2 ). Thus, the obtained assembly is installed in a case. 
[0087] Next, the macromolecule gel electrolyte of this invention is formed by preparing the 
constituent for forming the macromolecule gel electrolyte of this invention in a case, and hardening it. 
The method of hardening the case which poured in the constituent for forming the macromolecule gel 
electrolyte of this invention into the case as one method, sealed, and was acquired by the 
polymerization by the electron beam mentioned above or the polymerization by UV is mentioned. 
Thus, when carrying out the polymerization of the constituent within a case, the effect by thermal 
polymerization can stiffen a constituent most efficiently. 

[0088] After casting the constituent for forming the electrolyte of this invention in either an anode 
electrode board or a cathode electrode board and the front face of both these with a doctor blade as 
other methods, the method of hardening by the polymerization by the electron beam mentioned above 
or the polymerization by UV is also desirable. Thus, the lithium cell of this invention can be 
obtained. 

[0089] The lithium cell of this invention is applicable to all of lithium rechargeable batteries, such as 
a lithium primary cell, a lithium ion polymer battery, or a lithium ion battery. 



[Translation done.] 
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* NOTICES* 

Japan Patent Office is not responsible for any 
damages caused by the use of this translation* 

1. This document has been translated by computer. So the translation may not reflect the original 
precisely. 

2. **** shows the word which can not be translated. 
3. In the drawings, any words are not translated. 



EXAMPLE 

[Example] Hereafter, an example is given and this invention is explained more to a detail. 
[0091] Added poly vinylidene fluoride 15g to <production of macromolecule gel electrolyte and 
lithium cell using it> example 1 acetone 600ml, and mix for 2 hours, it was made to dissolve with a 
ball mill, and mixture was obtained. LiCoO2470g and acetylene black (tradename : super - P, product 
made from MMM) 15g were added into this mixture, it mixed for 5 hours, and the cathode active 
material constituent was produced. 

[0092] The aforementioned cathode active material constituent was coated using the doctor blade 
which has the gap of 320 micrometers on the aluminum thin film with 147 micrometers [ in 
thickness ], and a width of face of 4.9cm, it dried and the unit cathode electrode board was produced. 
[0093] On the other hand, poly vinylidene fluoride 50g was added to acetone 600ml, mix for 2 hours, 
it was made to dissolve with a ball mill, mixture was obtained, mezzo-soprano carbon fiber 449g and 
lg of oxalic acid were added into this mixture, it mixed for 5 hours, and the anode active material 
constituent was produced. 

[0094] The aforementioned anode active material constituent was coated using the doctor blade 
which has the gap of 420 micrometers on the copper thin film with 178 micrometers [ in thickness ], 
and a width of face of 5.1cm, it dried and the unit anode electrode board was produced. 
[0095] Polyethylene separator (morning-sun chemical-industry company) with a width of face [ of 
5.25cm ] and a thickness of 18 micrometers was made to intervene between the aforementioned 
cathode electrode board and the aforementioned anode electrode board, this was rolled round by the 
jelly roll method, and the electrode assembly was produced. This electrode assembly was put into the 
pouch. 

[0096] On the other hand, it sets in a chemical formula 1. a methyl and Rl -C(=0) C(CH3) =CH 2 
and m, [ R4 R2, and R3 ] 0.2g [ of polysiloxane compounds ], and polyethylene-glycol JIMETA krill 
rate 1.8g whose 1 is n and3, Polyethylene-glycol monochrome methacrylic rate 0.5g, ethoxylation 
trimethylolpropane triacrylate 0.5g, Azobisisobutyronitril O.lg, and (ethylene carbonate EC) / 
dimethyl carbonate (DMC) / dimethyl carbonate (DEC) = 30g of organic solvents which are 3:3:1 
(volume ratio) and contain LiPF6 1M is mixed. The constituent for forming a macromolecule gel 
electrolyte was prepared. 3g of this constituent was poured into the pouch containing the electrode 
assembly obtained by the above-mentioned method, and it was sealed. The lithium cell of this 
invention was completed by as a result processing an object in the oven adjusted at 80 degrees C for 4 
hours. 

[0097] Added poly vinylidene fluoride 15g to example 2 acetone 600ml, and mix for 2 hours, it was 
made to dissolve with a ball mill, and mixture was obtained. After adding LiCoO2470g and super-P 
(product made from MMM)15g into this mixture, this was mixed for 5 hours and the cathode active 
material constituent was produced. 

[0098] The doctor blade which has the gap of 320 micrometers for the obtained cathode active 
material constituent was used, and it coated on the aluminum thin film with 147 micrometers [ in 
thickness ], and a width of face of 4.9cm, and it dried and the unit cathode electrode board was 
produced. 

[0099] Then, 0.2g [ of the same polysiloxane compounds as an example 1 ] and polyethylene-glycol 
JIMETA krill rate 1.8g, polyethylene-glycol monochrome methacrylic rate 0.5g, ethoxylation 
trimethylolpropane triacrylate 0.5g, benzophenone O.lg, and 30g of organic solvents which are 
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EC:DMC:DEC=3:3:1 (volume ratio) and contain LiPF6 by 1M were mixed, and the constituent for 
forming a macromolecule gel electrolyte was manufactured. After using and casting a doctor blade 
for the cathode electrode board which manufactured this constituent above, 365nm UV is irradiated 
for 1.5 hours, and was stiffened, and the cathode electrode in which the macromolecule gel 
electrolyte was formed was obtained. 

[0100] On the other hand, added poly vinylidene fluoride 50g to acetone 600ml, and mix for 2 hours, 
it was made to dissolve with a ball mill, and the constituent was obtained. Mezzo-soprano carbon 
fiber 449g and lg of oxalic acid were added into this mixture, it mixed for 5 hours, and the anode 
active material constituent was prepared. 

[0101] The doctor blade which has the gap of 420 micrometers for the aforementioned anode active 
material constituent was used, and it coated on the copper thin film with 178 micrometers [ in 
thickness ], and a width of face of 5.1cm, and it dried and the unit anode electrode board was 
produced. 

[0102] After making polyethylene separator (morning-sun chemical-industry company) with a width 
of face [ of 5.25cm ], and a thickness of 18 micrometers intervene between the aforementioned 
cathode electrode boards and the aforementioned anode electrode boards with which the 
macromolecule gel electrolyte was formed, this was rolled round by the jelly roll method and the 
electrode assembly was produced. This electrode assembly was put in in the pouch and the lithium 
cell was completed. 

[0103] If it removed having made the anode electrode board cast and harden the constituent for 
forming an example 3 macromolecule gel electrolyte instead of a cathode electrode board, the lithium 
cell was produced by the same method as an example 2. 

[0104] If it removed having cast the constituent for forming an example 4 macromolecule gel 
electrolyte for both the cathode electrode board and the anode electrode board, the lithium cell was 
produced by the same method as an example 2. 

[0105] Added poly vinylidene fluoride 15g to example 5 acetone 600ml, and mix for 2 hours, it was 
made to dissolve with a ball mill, and mixture was obtained. LiCoO2470g and super-P (product made 
from MMM)15g were added into this mixture, it mixed for 5 hours, and the cathode active material 
constituent was prepared. 

[0106] The doctor blade which has the gap of 320 micrometers for the aforementioned cathode active 
material constituent was used, and it coated on the aluminum thin film with 147 micrometers [ in 
thickness ], and a width of face of 4.9cm, and it dried and the unit cathode electrode board was 
produced. 

[0107] On the other hand, added poly vinylidene fluoride 50g to acetone 600ml, and mix for 2 hours, 
it was made to dissolve with a ball mill, and mixture was obtained. Mezzo-soprano carbon fiber 
(MCF) 449g and lg of oxalic acid were added into this mixture, it mixed for 5 hours, and the anode 
active material constituent was prepared. 

[0108] The doctor blade which has the gap of 420 micrometers for the aforementioned anode active 
material constituent was used, and it coated on the copper thin film with 178 micrometers [ in 
thickness ], and a width of face of 5.1cm, and it dried and the unit anode electrode board was 
produced. 

[0109] After making polyethylene separator (morning-sun chemical-industry company) with 18 
micrometers [ in thickness ], and a width of face of 5.25cm intervene between the aforementioned 
cathode electrode board and the aforementioned anode electrode board, this was rolled round by the 
ZERU roll method and the electrode assembly was produced. This electrode assembly was put in in 
the pouch. 

[01 10] On the other hand, it sets in a chemical formula 2. -C(=0) C(CH3) =CH2 and R6 A hydrogen 
atom, [ R2\ R3\ and R7 ] [ a methyl and R5 ] 3 and x 0.2g of 5 polysiloxane-polyoxyalkylene 
compounds, [ m\ n', and 1' ] Polyethylene-glycol JIMETAKURIRURE - T01.8g, polyethylene-glycol 
monochrome methacrylic rate lg, Ethoxylation trimethylolpropane triacrylate 0.05g, 
azobisisobutyronitril O.Olg, and 30g of organic solvents which are EC:DMC:DEC=3:3:1 (volume 
ratio) and contain LiPF6 by 1M are mixed. The constituent for forming a macromolecule gel 
electrolyte was manufactured. 3g of this constituent was poured into the pouch cell obtained in the 
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example 1, and this was sealed. Then, the lithium cell was produced by processing join fruit in the 
oven adjusted at 80 degrees C for 4 hours. 

[0111] Added poly vinylidene fluoride 15g to example 6 acetone 600ml, and mix for 2 hours, it was 
made to dissolve with a ball mill, and mixture was obtained. LiCoO2470g and super-P (product made 
from MMM)15g were added into this mixture, it mixed for 5 hours, and the cathode active material 
constituent was prepared. 

[01 12] The aforementioned cathode active material constituent was coated using the doctor blade 
which has the gap of 320 micrometers on the aluminum thin film with 147 micrometers [ in 
thickness ], and a width of face of 4.9cm, it dried and the unit cathode electrode board was produced. 
[0113] Then, 0.2g [ of the same polysiloxane-polyoxyalkylene compounds as an example 5 ] and 
polyethylene-glycol JIMETA krill rate 1.8g, polyethylene-glycol monochrome methacrylic rate lg, 
ethoxylation trimethylolpropane triacrylate 0.05g, benzophenone O.Olg, and 30g of organic solvents 
which are EC:DMC:DEC=3:3:1 (volume ratio) and contain LiPF6 by 1M were mixed, and the 
constituent for forming a macromolecule gel electrolyte was prepared. After using and casting a 
doctor blade for the cathode electrode board which manufactured this constituent above, UV with a 
wavelength of 365nm was irradiated for 1.5 hours, and was stiffened. 

[01 14] On the other hand, added poly vinylidene fluoride 50g to acetone 600ml, and mix for 2 hours, 
it was made to dissolve with a ball mill, and mixture was obtained. Mezzo-soprano carbon fiber 
(MCF) 449g and lg of oxalic acid were added into this mixture, it mixed for 5 hours, and the anode 
active material constituent was prepared. 

[01 15] The doctor blade which has the gap of 420. micrometers for the aforementioned anode active 
material constituent was used, and it coated on the copper thin film with 178 micrometers [ in 
thickness ], and a width of face of 5.1cm, and it dried and the unit anode electrode board was 
produced. 

[0116] After making polyethylene separator (morning-sun chemical-industry company) with a width 
of face [ of 5.25cm ], and a thickness of 18 micrometers intervene between the cathode electrode 
boards and anode electrode boards with which the macromolecule gel electrolyte was formed, this 
was rolled round by the jelly roll method and the electrode assembly was produced. This electrode 
assembly was put in in the pouch and the lithium cell was produced. 

[0117] If it removed having cast the constituent for forming an example 7 macromolecule gel 
electrolyte for the anode electrode board instead of the cathode electrode board, the lithium cell was 
produced by the same method as an example 6. 

[0118] If it removed having cast the constituent for forming an example 8 macromolecule gel 
electrolyte for both the cathode electrode board and the anode electrode board, the lithium cell was 
produced by the same method as an example 6. 

[01 19] Instead of the constituent for forming the macromolecule gel electrolyte of the example this 
invention of comparison, it is 1M. If it removed having used the mixed solution (Ube Industries, Ltd. 
make) which contains LiPF6 and EC/DMC/DEC by the volume ratio 3:3:4, the lithium cell was 
produced by the same method as an example 1. 

[0120] The lithium cell of the characterization of cell> test-method examples 1-8 and the example 
of comparison evaluated reliability and safety by the life characteristic test, the penetration 
examination, the expansion test at the time of elevated-temperature neglect (85 degrees C), and the 
liquid spill examination under pressure 40 kgf/cm2. 

[0121] The life characteristic test was made by observing the volume change of the cell according 
charge and discharge to a 100 cycle deed and it using the lithium cell of examples 1-8 and the 
example 1 of comparison. This evaluation made it desirable for there to be few volume changes. 
[0122] The penetration experiment made the nail with a diameter of 5mm penetrate in the direction 
perpendicular to the major axis of after 3-hour charge and a cell in the center with the current of 0.2C, 
and investigated the existence of the ignition phenomenon of a cell, and a rupture phenomenon. 
[0123] After leaving an expansion test at 85 degrees C after 3-hour charge in the current of 0.2C for 4 
hours, it measured and evaluated the thickness of a cell. The thickness of the cell after neglect 
presupposed that it is good, when initial thickness became 110% or less. 

[0124] The disclosure examination investigated the existence of a liquid spill, after pressurizing the 
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cell for 10 seconds by the pressure of 40 kgf/cm2. 

[0125] Test-result drawing 3 is a graph which shows the life property of the lithium cell of an 
example 1 and the example of comparison. According to this, the volume decrease of the cell of an 
example 1 was almost of the same grade as the example of comparison. Moreover, in the penetration 
examination, neither ignition nor rupture takes place, but is maintaining 1 10% of the initial thickness 
of a cell also in the expansion test further, and did not carry out a liquid spill from inside in the 
disclosure examination further. Since examples 2-8 also showed the almost same result, they were 
found by that the lithium cell of this invention has the outstanding life property. 
[0126] As mentioned above, since the lithium cell of examples 1-8 can maintain the gel excellent in 
the electrolytic solution, it turns out that expansion of external disclosure of the electrolytic solution, 
the electrode assembly by the electrolytic solution, or a pouch can be suppressed, and it has the 
reliability and the safety superior to the cell of the example of comparison. 



[Translation done.] 
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DESCRIPTION OF DRAWINGS 
[Brief Description of the Drawings] 

[Drawing 1] It is the decomposition perspective diagram having shown typically an example of the 
lithium ion battery which used the general pouch. 

HDrawing 2] It is the decomposition perspective diagram having shown an example of the 
conventional lithium ion polymer battery typically. 

[Drawing 31 It is the graph which shows the result which measured the life property of the lithium 
cell of an example 1 and the example of comparison. 
[Description of Notations] 

10 21 Electrode assembly 

11 Cathode 

12 Anode 

13 Separator 

14 22 Case 

15 23 Cathode tap 
15\ 23' Anode tap 

16, 16', 24, 24' Electrode terminal (or lead wire) 
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DRAWINGS 



HDrawing 11 




fDrawing 31 
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